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FRAP value 7898138NA08 80% LUNuaalwinuadnniuiwsiasii g

@1 MIC az MBC (mg/mL) 248 3s&nNannaning daiauuailise E. coli, S. enteritidis, S.

typhimurium, Sh. Flexneri, B. cereus W< S. aureus

@1 MIC waz MBC (mg/mL) 2848138NannAuiing daiTauuaiiise S. paratyphi A, S.

paratyphi B, Enterococcus sp., P. vulgaris W8 S. typhi

MIC taz MBC (mg/mL) TassnIanannuwinudaiTauuailiag M. morganii, P. arenosus, A.

Junii, W Myroides sp.

NANTHULINITUAY nitric oxide, TNF-O kas IL-6 UaIRITRNANNAULNY

UTnnuwazansmeanianannaiomu waziulfianalddisanhaszassiadag

Anfauaznadusrandula acetyicholinesterase uazauyadasz DPPH U848 13aNALAA

WAL

U300 aNmEA8%aN
U300k aNzAI8MaN
SN anwapzn8%an
3N anwuzn8uan
SNt anwazn8%an
SN anwazn8uan
U3 anwzn8nan
U3 anwzn8nan
U3t anwzn8%an
U3 anwznI8Uan
U3 anwznI8nan
SNt anwan8uan
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U3t anwzn8%an
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uazEAUBBIIgAALARaunT LEien fraction EB1-EBS
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uazdeuvasIgnaafeniifildien fraction MC1-MC5
uazdeuBasIgnaaaeniifildien fraction MD1-MD7
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uazEIaUBDIIgAALARauNT LEen fraction MF1-MF7
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1H-NMR [1K3}+ 13C-NMR spectroscopic data of compound 1 L8z betulinic acid
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1H-NMR LR 13C-NMR spectroscopic data of compound 4 and 2a-hydroxyursolic acid

1H-NMR LR 13C-NMR spectroscopic data of compound 5 and stigma-5-en-3-O-B-glucoside

1H-NMR 13} 13C-NMR spectroscopic data of compound 6 LLaZ gallic acid

1H-NMR 13} 13C-NMR spectroscopic data of compound 7 LLaE myricitrin

1H-NMR 13} 13C-NMR spectroscopic data of compound 8 L8z quercitrin
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uazdeuTasIgAaReuiifildien fraction M1Y1-M1Y2
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wazdduTasigManfauiifildiuon fraction M2A1-M2A6
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1H-NMR wae 13C-NMR spectroscopic data of compound 9 L&z methyl gallate

1H-NMR LR 13C-NMR spectroscopic data of compound 10 L& vitexin

1H-NMR LR 13C-NMR spectroscopic data of compound 11 L8 orientin

1H-NMR 13+ 13C-NMR spectroscopic data of compound 12 La% isoorientin
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TLC chromatogram 984 1 = 8Lw384, 2 = U1, 3 = ABNAIWAT, 4 = U4, 5 = HNNA

TLC chromatogram 283 1 = NNMMUIBY, 2 = NIZHW, 3 = NNATIARILAIN, 4 = ABNVIT,

5 = nyzlauun

TLC chromatogram 984 1 = Ladah, 2 = 4239, 3 = KNWa, 4 = aanlaw, 5 = NNULN

TLC chromatogram 284 1 = n3zlauii, 2 = $1uzi3e9, 3 = HAAREY, 4 = WAL aa,

5 = i laidan

TLC chromatogram f]“/l%;ﬁﬂmﬁuvlﬁﬁﬁ acetylcholinesterase LLa:ﬁ’luau‘,Haaaﬁz DPPH
vasmIsiaAnAutuTiiase g

ﬂ"jgmlaumiaﬁ'@mamaﬁ@"quﬁamammu LONNDZTLAG LAZLNNIUER

TLC chromatograms qn3eanuidwlessd acetylcholinesterase WAzeNuaLNADRI DPPH
VOIENIANALAALTNATY

NILLNRIIVDI EtOAC extract ﬂuawamaﬁm;u @28 quick column chromatography
TLC chromatograms YRIFIUVBIRIIRNA EA1-EAG

TLC chromatograms qn%fﬁﬂmﬁu"l,snﬁ acetylcholinesterase Waz@NuauADF3e DPPH
maamumaamiaﬁ'@ EA1-EA6

NMILBNRIIVDIFINVDIRIIANA EtOAC-A4 @28l column chromatography

TLC chromatograms U84§1%UaI8NT8NA EB1-EBS

NMILLNENTVDIRIBVDIFNIENG EB4S Laz EB5 @28 column chromatography

TLC chromatograms P9I IUVBIRIIENG EC1-EC6

TLC chromatograms 284 EB3p LLaz EC3c

NNIUYNENTVBIRINVBIENIFNG EtOAC-C3 @28 column chromatography

TLC chromatograms YRIFIUVIRIIENA ED1-ED7

MIUBNRITVBIFIBVDIRIIENA EtOAC-D4 628 column chromatography

TLC chromatograms YIFIBVAIRIIENA EE1-EE7

NIULNRITVDIRIUDBIRIIAENG EtOAC-B6 ez B6p @28 column chromatography
TLC chromatograms YaIRIUVDIRNIENG EF1-EF10
MIUBNFIIVDIEIUVDIRNIANG EtOAC-F3, F4 a2 F5 628 column chromatography
TLC chromatograms PIFIUVBIRIENG EG1-EG8

MIULNRIIVAIRIBVIRNIENG EtOAC-G4 @28 column chromatography

TLC chromatograms YDIRIUVAIRIIENG EH1-EH8

NMIULNRIIVAIRIUVBIRIIENG EtOAC-G7 ez G8 @28 column chromatography
TLC chromatograms YDIFIWVAIRNTRNA EI1-EI8

NMIUYNENIVBIRIBVBIRNIENG EtOAC-A5 @28 column chromatography

TLC chromatograms YDIFINVIFNIRNG EJ1-EJ8

MIULNENTVDIRIBVDIFNIANG EtOAC-J3 UaZ J4 628 column chromatography
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TLC chromatograms YDIRIUVBIFNIRNG EK1-EKB
MIUBNAIIVBIFINVBIRIIANG EtOAC-K6 @28 column chromatography

TLC chromatograms YDIFIUVBIFIIRNA EL1-EL5

NMIULNRIIVDIRIUVBIRIIENG EtOAC-F5 618 column chromatography

TLC chromatograms Uad&148I8138N0 EM1-EM6
MIULNFIIVBIEIUVAIRIIFNG EtOAC-J6 628 column chromatography

TLC chromatograms YIRIUVDIFNIENG EN1-EN10

N1ILLEN®IIVBY MeOH extract madﬂamﬁﬁ(ﬂ"gu @28 quick column chromatography
TLC chromatograms PIRIUVBIRIIENG MA1-MAS
NIULNRIIVAIRIUVBIRIIENG MeOH-A4 @28 column chromatography

TLC chromatograms YRIFIWVAIFNTRNA MB1-MB10
NIULNRIIVBIRINVBIRIIENG MeOH-B5 Laz B6 @28 column chromatography
TLC chromatograms YDIFIWVDIFNTRNA MC1-MC5
MIUBNANIVBIFINVBIRNIENG MeOH-C2 628 column chromatography

TLC chromatograms YDIFIUVBIFIIRNA MD1-MD7
NIULNRIIVAIRIUVBIRIIENG MeOH-D3, D4 Uaz D5 @28 column chromatography
TLC chromatograms YDIRIBVDIENTRNG ME1-ME5
MILLNENTVDIRIBYDIFNIENG MeOH-C3, C4 Uaz C5 @28 column chromatography
TLC chromatograms PIFIUVBIRIIENG MF1-MF7
MILLNRIIVAIFIUVDIRIIFNG MeOH-B7, B8 Waz B9 @28 column chromatography
TLC chromatograms YRIFIUVAIRIIRNA MG1-MG6
MIUBNEIIVBIFIBVBIRIIENG MeOH-G5 @28 column chromatography
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Abstract

The studies of antioxidant, anti-acetylcholinesterase and anti-bacterial activities of the indigenous
plants from the Central and Southern of Thailand were investigated in 80% methanol extracts of 21 plants,
including, Parkia timoriana, Glochidion wallichianum, Glochidion hypoleucum, Niolaia elatior (Etlingera elatior),
Maerua siamensis, Diplazium esculentum, Limnocharis flava, Leucaena glaucan (Leucaena leucocephala),
Spilanthes acmella, Telosma minor, Careya sphaerica, Syzygium gratum, Mangifera foetida, Champereia
manillana, Sesbania aculeate, Momordica subangulata, Antidesma ghaesembilla, Barringtonia acutangula,
Gnetum gnemon, Lepisanthes fruticosa and Memecylon edule. The results of the biological studies of the plant
extracts showed that two plants, Syzygium gratum and Glochidion hypoleucum are potential for further
investigation because they exhibited anti-acetylcholinesterase anti-oxidant activities, as well as there are no
report on the chemical constituents of the two plants.

The shoots of Syzygium gratum and the leaves of Glochidion hypoleucum were extracted by
maceration led to hexane, ethyl acetate and methanol extracts. The ethyl acetate and methanol extracts of the
both plants were choosen for further purification because they exhibited potent anti-DPPH and anti-
acethylcholinesterase activities.

Bioassay guided fractionation of the extracts of the shoots of Syzygium gratum to give eight
pure compounds. Five terpenoids, betulinic acid (1), ursolic acid (2), jacoumaric acid (3), 20-
hydroxyursolic acid (4) Wa stigma-5-en-3-0-[3-glucoside (5) were isolated from the ethyl acetate
extract. Moreover, three polyphenols gallic acid (6), myricetin-3-O-Ql-L-rhamnoside (myricitrin) (7) and
quercetin 3-O-0-L-rhamnoside (quercitrin) (8) were found in the methanol extract of this plants.

The chemical investigation of the extracts of the leaves of Glochidion hypoleucum resulted in the
isolation of one triterpene glycoside, stigma-5—en-3-O-B-qucoside from ethyl acetate extract, together
with five polyphenols, methyl gallate (9), gallic acid (6), apigenin-8-C-B-D-gIucopyranoside (vitexin)
(10), luteolin 8-C-B-D-g|ucopyranoside (orientin) (11) and luteolin 6-C-B-D-g|ucopyranoside (isoorientin) (12)
from the methanol extract.

The isolated polyphenols, gallic acid (6), methyl gallate (9), myricetin-3-O-0l-L-rhamnoside
(myricitrin) (7), quercetin 3-O-0-L-rhamnoside (quercitrin) (8), apigenin-S-C-B—D-glucopyranoside
(vitexin) (10), luteolin 8-C-B-D-g|ucopyranoside (orientin) (11) and luteolin 6-C-B-D-g|ucopyranoside
(isoorientin)  (12), showed anti-DPPH activity. Gallic acid (6) also showed potent anti-

acethylcholinesterase.
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A10819ND

2.1.1 vaaLalay (Syzygium gratum (Wight) S.N. Mitra) 1iuain éwnailiad 29niaguanasi (BKF
No 183766) @viamauLanan®uilay wingda Foude  dunss wndmnnsthldguans
fMunanunanyo bl

2.1.2 luguida LAUIN snamIuiiod 39InIaadan (BKF No 168401) @33380LLaNANHIILAE WI9RID

)y

o

Fusfion Sygan duns groinids dinanunensolal
aQuazaITLAdl
2.2.1 TLC plate silica gel 60 F254 (Merck, layer thickness 0.2 mm)
2.2.2 Silica gel (Merck Grade 7734, pore size 60 A, 70-230 mesh)
2.2.3 Silica gel (SiliaFlash®, P60 pore size 60 A, 40-63 um (230-400 mesh))
2.2.4 Distillated hexane (Commercial grade)
2.2.5 Distillated acetone (Commercial grade)
2.2.6 Distillated methylene chloride (Commercial grade)
2.2.7 Distillated ethylacetate (Commercial grade)
2.2.8 Distillated methanol (Commercial grade)
2.2.9 Methanol (Analytical grade)
2.2.10 Pyridine (Analytical grade)
2.2.11 Chloroform-D1 (Merck)
2.2.12 Dimethyl sulfoxide-D6 (Merck)
2.2.13 Pyridine-D5 (Merck)
2.2.14 Methanol-D4 (Merck)
2.2.15 Sulfuric acid
2.2.16 Formic acid
aunsniuazia3asiie
2.3.1 Melting points (m.p., 0C) ( Electrothermal 9100)
2.3.2 IR spectroscopy (NICOLET 6700)
2.3.3 UV-Vis spectrophotometer (SHIMADZU UV-2600)
2.3.4 Polarimeter (JASCO DIP-370)
2.3.5 NMR spectroscopy (Bruker AV 400)
2.3.6 ESI-MS spectrometer (Bruker micro TOF spectrometer)
2.3.7 EI-MS spectrometer (Thermo Finnigan Polaris Q)
2.3.8 UV detector (CAMAG TLC Visualizer)
2.3.9 Sample applicator for TLC (CAMAG Linomat 5)
2.3.10 Rotary evaporator (Buchi)
A5a NN
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A13191 1. NTARLEBINANAILRZNNA LGNNI IAN BN

o o o A A ¢ ¢ ' =9 o
analy ?ﬁaiﬂﬂ/ﬁa’lﬂﬂ"ﬁ'\aﬁsl'ﬁjﬂ su a?%vﬂﬁ

1 VAT Audan
Parkia timoriana

(Mimosaceae)

2 Ty naasan/ly
Glochidion wallichianum

(Euphorbiaceae)

3 280201 faan
Niolaia elatior/ Etlingera elatior

(Zingiberaceae)

4 15K, saa/lu/ng
Maerua siamensis

(Capparaceae)

5 ANN@ gaasaw/lu
Diplazium esculentum

(Athyriaceae)

6 HNANHIBI ganaawlu
Limnocharis flava

(Alismataceae)

7 nziin naasaw/lu
Leucaena glaucan/
Leucaena leucocephala

(Leguminosae)




A3191 1. (d8) ArRwiasnmanansuazmaldnyinnsdns

o o a A A ¢ ¢ ' =9 &
analy ﬁalﬂﬂ/ﬁa')ﬂﬂ"ﬂ'\aﬁs/t}ﬂﬂ 4 a']%‘n‘l?lf

8 NNATIARILAI vandaw/lu/man
Spilanthis acmella

(Compositae)

9 P faan
Telosma minor

(Ascleppiadaceae)

10 | nazlanun gaagawly
Careya sphaerica

(Lecythidaceae)

1 | adagu sansaw/ly
Eugenia gratal Syzygium gratum

(Myrtaceae)

12 IR \anagn
Mangifera foetida

(Anacardiaceae)

13| fAnwa Haasaw/lu
Champereia manillana

(Opiliaceae)

14 | aanlaw @an
Sesbania aculeata

(Leguminosae)




A3191 1. (d8) ArRwiasnmanansuazmaldnyinnsdns

o o ] A A ¢ < ' =9 o
analy %aiﬂﬂlﬁaﬁﬂﬂﬁﬁ’lﬁﬁli/’mﬁ 54 a?%vﬂﬁ

15 BTﬂLL&J& mea@dau/sl‘u
Momordica subangulata

(Cucurbitaceae)

16 | nzlaniin naasaw/lu
Barringtonia acutangula

(Barringtoniaceae)

17 | Thwzi3es HAgN
Lepisanthes fruticosa

(Sapindaceae)

18 HNLAREN saadan/lu
Gnetum gnemon

(Gnetaceae)

19 waaamﬁa@ ﬂa@a'auﬂ,u
Memecylon edule

(Melastomataceae)

20 | wilydsn naasaw/lu
Antidesma ghaesembilla

(Euphorbiaceae)

21 | auda paasaw/lu
Glochidion hypoleucum

(Euphorbiaceae)
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243

244

245

246

247
2438

249

maeIsNaIananenulag

2421 w3pumasiniuinumanaauazaalddiuwim 21 oda ldun ANLAIE Iuﬁug @an
avwan louas dAnpa dnfiuaes seansziiu Anasawiuniu aenves lunszlauun An
weliagu Anwa aanlaw Anuaz nyzlawin wasawiian wrlidan uazauida lagnseu
IﬁLLﬁﬂuﬁauﬁqm%nﬂﬁ 45 °C uazualdidung FIBHANZAA uaztuziIee insenasa
I@ﬁlﬁﬁawaqnﬂﬂﬁauﬁm

2422 Ynegeiniuinuirunnsuaud $iasn9azlszanm 50 wie 100 N5U anATEaT
azany 80% wynuaaluin lag3tnisman (maceration) Uszanmh 3 119 7 1% LAINTBIFNT
ananle wasinluvilwudslasnsssmedvinasaseannisldanuaudiaisiaios
rotary evaporator

2423 aiamoinetianude 3.2.2 10 10 139 WIDIUNINIMNIAFAAIURLADA

2424 fsRmITaTAgBaNINEIENalagn1IIzRY A28LA3a4 rotary evaporator was¥nlAuR
mﬂ%uﬁ'mm‘%lad Freeze dryer

2425 FIgIENaneULRn lauazauamn %yield

mimizuui'gmﬂLﬂﬁauﬁluﬂ’mwnmsﬁmm:auéﬁu TLC lag

2431 LOFBURIIRSAUVBITNIRNAAMULTNTY 30 mg/mL

2432 imiazasflddauuudu TLC U5anas 10 UL

2433 shusin TLC sl TLC tank Aussyigmandeuiizfiauszdnnsinudnsg

2434 symmeuinwarnsuenuasssmelduasganilamafianaenindu 254 uaz 366 w1
luuas uazWUAIBENIAZANY 30% sulfuric acid

a

1 = dl Qy = g v v 1 Q‘q/ JQI
femTananenun be lnagaugndinsiinwiiesdulaun gnd "uanyadasz DPPH qnoen
ol acetylcholinesterase WazndaWTaLUANSe waziiandnAUTUARNTN19T1AN
A { £
P 2 3ila INaFANEIMIE1TRENEND
v o & o Aa £ A PN

MIENARNAWTUNTNIN9EIA W 2 38ia lag
2451 thundsthuwisnuaduesuad ldanalagdtnsman vfasanasinais g aTILaazase

PIAUUTZNIH 2-3 T AURNAIA GIAVINRANLLTNLTU LaNR0STLAN LATLNNIUER

ANRIAL
2452 ihaIanen leannaiinazansudazsiallasnisznedivinazaiseaanalsiaIad rotary

o v v J U ﬂl

evaporator uazyn liursnnndueaiaad Freeze dryer
2453 TIRIRNALAILG LazAMIMN % yield BadanIanaudazsia
mMIwszuuigmaefeuninanzaalunsugnansrassssnanisavnazasudazsion laeae
3% TLC
' o A £ A & o A oA o Aa £ o .
FIRIRNARLUN b6 inagaugninIdinwidasdu inatdanansananlgnt lvinmsuende

£ o { £ & A o a
MILLNMIEITOONHN DN NTININVBIENTRNARILNAGNINITINTNYDINTNIFITHAG 18I TN
Tasunlansnd lawn column chromatography, preparative TLC
a o a ’~ £ A Yo aa & A o

myfigadlasiaiimaaivasmigndnuenlddmedinsmbalaalall ldun IR spectroscopy,

UV-Vis spectroscopy, NMR spectroscopy, MS spectrometry

1 =3 QE { Qy v 1 v 1 t{q/ a JQJ
2.4.10mmimq‘nﬁﬁLmﬂ"l,é"l,ﬂmaauqmma%amw laun laun andauaRyaassz DPPH onben

Lo bl acetylcholinesterase
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3.1 MSATBNENTANANLILAIY 80% LANNWAA

MIASBNFTANARNUVINNNUIIWNG 21 T8a lasmsndneaas 80% unuwaaluiin lauSunm
g1IanafaLln % yield aslua17190 2 WUINEIINAINNANG1S G 3 % yield @199 N AaLlszaNmAInd 7% 019
40% wazsranamulngdsnsunduminiiefinas wsefder sniiuasanaanoaanszlanunlanwue
| & A :/
HupasudsFiana

A13191 2. YSuasnsanane Ui beaaduso ez ua i nunNTLRI LazanH oA 18I&IRNAN ber

foud N snvsinily dviinans % yield ANBWHLENIINARLIL
W (g) ANANLY (g)

1 ANLATLS 100.5 33.53 33.36 snilaiinena
2 lusiu 100.7 15.39 15.28 sniiadinaa
3 ABNATNAN 100.4 5.84 5.82 sanilediaauas
4 luuas 101.9 25.55 25.07 saviiaiinena
5 HANG 100.1 7.91 7.90 ARIITO (GTHE)
6 NNANWABY 100.1 34.85 34.82 sviiaiinena
7 WNNIzi% 100.2 24.48 24.43 snitemidsnihena
8 HNATIARILNAIN 100.8 23.99 23.80 snitemidsniena
9 ABNVIT 100.3 33.46 33.36 snitemdsniena
10 annszlanun 100.9 41.93 41.56 yasudsiinana
11 HnLasaTw 100.5 13.69 13.62 sniiaiinena
12 HAUZYA 3,000.0* 265.08 8.84* | mywiladnasninana
13 HNWa 100.4 17.50 17.43 AP IOE RTHRIGIEY
14 aanlan 100.3 19.10 19.04 sniiaiinena
15 NN 100.0 22.74 22.74 sniiaiinena
16 wihladan 50.0 10.64 21.28 snitesihaady
17 nszlausin 100.0 24 44 24.44 sIniiaiinea
18 NNLAREY 100.2 27.12 27.19 sIniiaiinea
19 S RIS 987.3* 96.47 9.77* | swnlaFu9
20 WaaILnilan 50.0 9.60 1920 | vasudediihana
21 FULFO 49.66 13.16 2650 | vasudsiinena

**L{'mﬁfnamaal,f:awaqﬂ, 9, vield Aadaiminanvasfiasg
3.2 MIAITEUUMSHENESTmaNzENG 838 TLC

MINARINTTULRIh W ArInzaude3s TLC e lddmsuiinlunaseugnsnld TLC luns
nasauugniawanls acethylcholinesterase LLEI:QVI%@T’]%BV:H&@@?: DPPH uazlfiduszuulunmsuenans
Wu’%qw%’a% manasaslagliigniansfiilu Siica gel 60 Fas, Wuasatiafzeae 80% wwynuaaluin &
mwmﬂwﬁy’uga FedaslFigmeaiafeufidandinaftafa dunanvosuniuas wisduaaslsd uazi uas
FIuNFNTBIINIUES uazasaliesy ludandiud1ag auigmaiedeud szuufl 1-9 lasasanavasfis 15

i lawn gﬂm‘%m ﬁug ANRAT WA DTﬂQ@] HNA%A89 NI2BK HNATIARILAIN ANVAT NTZLAKUN Laﬁ@"qu




uzZA@ ﬁﬂmu AaNLat LAZHNULYL NAFOUMIUIZTULN 1-6 §IRRITENANT 5 7ha loun wrludan nzlawin 6n

VARE TINZITHY BRZNABIMANEA NAREUAETZUUN 1-3 waz 7-9

iz‘i_l‘i_l‘ﬁ 1 Methanol:Methylene Chloride 1:4 it‘i_l‘i_l“?l' 7 Methanol:Chloroform 1:4
iz‘i_l‘i_l‘ﬁ 2 Methanol:Methylene Chloride 1:1 it‘i.l‘i.l“?l' 8 Methanol:Chloroform 1:1
szuuﬁ 3 Methanol:Methylene Chloride 4:1 i:U‘LIﬁ' 9 Methanol:Chloroform 4:1

Szuu‘ﬁ 4 Methanol:Methylene Chloride:Water 1:4:0.05

S:UU‘ﬁI 5 Methanol:Methylene Chloride:Water 1:1:0.02

S:UU‘ﬁI 6 Methanol:Methylene Chloride:Water 4:1:0.05

wasanmauenalasiiusin TLC  Msluszuuldigmaindeufidngg Tradundy wuiidnuo
LAZIWINTBITNITLAULULEY TLC  ukmdinniu Sanuuandsiuannmianaseudisiteaneg nudades
molduassanmhilamannueiniu 254 uaz 366 wluaas uaswudIuasaza1y 30% sulfuric acid Wan
arsaumulduain wazuasdaanhlawaanusiaiu 366 wilwuas asnasudazsiaaziany
doureviamsilinsiemeunandaiu dausadluzud 14

namImzusigmeafeuiilunmsuenfimunzaudasszuuigmaedeuifiduamueanaud
aaunagled we wmueanauwindunaslsduszin uazwmueanauasalswasuinlidesuandraniu uaz
daldsanduvasumueafinduiliunumnndoutuinniu sufenszuuignmanieuiiiiduamues
HEULNTaRUAR 3G LaAIIEIW 1:4 daduszuuipmaiadauildaniunasaunnidiuionlsd
acetylcholinesterase meﬂ'ﬁ:ﬁmmg;‘}laﬁm: DPPH {asdusdan TLC

Solvent system : MeOH:CH,CI, [1:4]

1 2 3 4 5 1 2 3 4 5§
Solvent system : MeOH:CH,CI, [1:1]

A

31U 1. TLC chromatogram 1 = aniwie, 2 = diuy, 3 = ABNAMAT, 4 = UaJd, 5 = WNNA

Detector: A = UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO, / UV 366 nm
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Solvent system : MeOH:CH,CI, [4:1]

1 2 3 4 5 1 2 3

Solvent system : MeOH:CH,CI,:H,0 [1:4:0.05]

Solvent system : MeOH:CH,CI,:H,0 [1:1:0.02]

— >
12345 W3l

-
4 5
Solvent system : MeOH:CH,CI,:H,O [4:1:0.05]
1 2 3 4 5 1 2 3 4 5
A B C D

3 1. (da) TLC chromatogram 1 = aniW3gy, 2 = Jull, 3 = ABNAIWA, 4 = U4, 5 = ANNA

Detector: A = UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO, / UV 366 nm
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Solvent system : MeOH:CH,CI, [1:4]

1 2 3 4 5 1 2 3 4 5
Solvent system : MeOH:CH,CI, [1:1]

1 2 3 4 5 1 2 3 4 5
Solvent system : MeOH:CH,CI, [4:1]

Solvent system : MeOH:CH,CI,:H,0 [1:4:0.05]

1 2 3 4 5 1 2 3 4 5
A B Cc D

gﬂﬁ 2. TLC chromatogram 1 = ANMNUI8Y, 2 = NIL0U, 3 = KNATIARILAIN, 4 = ABNVIT, 5 = Nzlauun
Detector: A = UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO, / UV 366 nm
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Solvent system : MeOH:CH,CI,:H,0 [1:1:0.02]

Solvent system : MeOH:CH,CI,:H,O [4:1:0.05]

- vy
i i i
A c

31U 2. (@) TLC chromatogram 1 = ANMWABY, 2 = N3zfin, 3 = ANATIARILAIU, 4 = AaNTRT, 5 = Nszlauun

Detector: A = UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO, / UV 366 nm

Solvent system : MeOH:CH,CI, [1:4]

A

C D
311 3. TLC chromatogram 284 1 = LaflaTu, 2 = Uzya, 3 = ANWK, 4 = aanlaw, 5 = HNUE

Detector: A = UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO, / UV 366 nm
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Solvent system : MeOH:CH,CI, [1:1]

1 2 3 4 5 1 2 3 4 5
Solvent system : MeOH:CH,CI, [4:1]

1 2 3 4
Solvent system : MeOH:CH,CI,:H,0 [1:4:0.05]

1 2 3 4 5 1 2 3 4 5
Solvent system : MeOH:CH,CI,:H,0 [1:1:0.02]

A

gﬂﬁ' 3. (¢8) TLC chromatogram 9@4 1 = LailaTu, 2 = NLYA, 3 = WNWY, 4 = aanlaw, 5 = KU
Detector: A = UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO, / UV 366 nm
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Solvent system : MeOH:CH,CI,:H,0 [4:1:0.05]

L S A
Cc

A B
31N 3. (da) TLC chromatogram a4 1 = @iy, 2 = 4y, 3 = WNWA, 4 = ABNLAW, 5 = ANUNE
Detector: A = UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO, / UV 366 nm

Solvent system : MeOH:CH,CI, [1:4]

1 2 3 4 5§ 1 2 3 4 5

Solvent system : MeOH:CH,CI, [1:1]

1 2 3 4 5 1 2 3 4 5
A B C D
gﬂﬁ 4. TLC chromatogram 1 = nszlawiin, 2 = $1uzi389, 3 = Anwas9, 4 = waasnian, 5 = W'l
Detector: A = UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO, / UV 366 nm
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Solvent system : MeOH:CH,CI, [4:1]

1 2 3 4 5 1 2 3 4 5§
Solvent system : MeOH:CHCI, [1:4]

1 2 3 4 5 1 2 3 4 5

Solvent system : MeOH:CHCI, [1 :1]

1 2 3 4 5 1 2 3 4 5

Solvent system : MeOH:CHCI, [4:1]

1 2 3 4 5 1 2 3 4 5

A B C D
3114, (¢8) TLC chromatogram 1 = nazlaui, 2 = FaiziFey, 3 = ANWMALY, 4 = wasanilen, 5 = Wi lidm

Detector: A = UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO, / UV 366 nm
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3.3 miwﬂaamm§w1a"m’1mwLﬁaaﬁumaamsaﬁ'ﬂﬁst

minageunniasduldun gnidueulod acetyicholinesterase qw%sﬁma%aamz DPPH uag
gnadmdeuuafiGvasiniutin 21 sfia uazideniniuuiSgnineianiwiiwn 2 wiie thadnmm
s3sangniIneiimwee’ly

331 nsnasaugnaaiwtanlysl acetylcholinesterase Lta:qw%{é"\uawgaﬁai:DPPH \Hasdn

@28 TLC

managaunnauawlod acetylcholinesterase Lm:qw"ﬁfﬁmmggaamz (DPPH method) ioadu
fu TLC  289858miaean 80%  tunmuaalwinuasdindiutnuns 20 wiia léun winladan (Antidesma
ghaesembilla) mﬂ@m‘fw (Barringtonia acutangula) nszlauun (Careya sphaerica) ﬁ'ﬂw“&l (Champereia
manillana) ﬁﬂg@] (Diplazium esculentum) Lﬁﬁ@]‘qu (Eugenia grata %38 Syzygium gratum) ly ﬁug (Glochidion
wallichianum) NNLAREN (Gnetum gnemon) VBTSN (Lepisanthes fruticosa) NNNY=Din (Leucaena glaucan
%38 Leucaena leucocephala) HNI%IBY (Limnocharis flava) WaadLrilan (Memecylon edule) luwas (Maerua
siamensis) WX (Mangifera foetida) aananwan (Niolaia elatior 'en) Etlingera elatior) Qﬂm'%m(Parkia
timoriana) aanlau (Sesbania aculeate) NNATIARILAIL (Spilanthes acmella) aanva3 (Telosma minor) WN
Wde (Momordica subangulata) laslasazasvesansanaanududu 30 mg/mL 133197 10 pL %ﬂuufgﬂ’m
aafifia Silica gel 60 Fyg, WAzl MeOH:CH,CI, [1:4] uignaiadaud VLﬁNaLLa@ﬂugﬂﬁ 5

namInagaugnaeuanlss acetylcholinesterase wazeuanyadasz DPPH \asdudan TLC
PaamIaiadnAULW 20 T woiRnAuuidasdruewlss acetyicholinesterase Tagdsngiluunu
PaITTUUAUTRAIwes TLC ldun winldua nszlawsih naslanun o T AnMuIed U9 Wasd
Wilan NANZYA ABNAIRAT Aanlaw ABNTIT WATHNEY ﬁhuwamsﬂ@aaqu'ﬁ(ﬁmaggaﬁaifz DPPH @28
TLC wuhmiaﬁﬂﬁnﬁuﬁmmu‘tmgﬁm‘sﬁﬁr}ﬂ%ﬁﬂua%aﬁai: DPPH iilasanilunufindonfaduunuin
TLC mﬂmsmﬁwuﬂawaaawa%m: DPPH @ailluiaag LLa:wmﬁmiaﬁ@Mﬁuglﬁwamﬂiumimaauim
\Waguduas DPPH anddraduiindasriug LLazlﬁwa%@ﬁq@ so9a9andamsanaandnnszlanun nszlautin

Laﬁ@"gu NRDIANDA WazNIEDn

waua1s 1= wirlddan, 2 = nszlawi, 3 = nszlanun, 4 = Anwa

A B Cc D E F
4 £ o . 2 a o o
g‘ﬂﬁ 5. TLC chromatogram qmmmauvlﬁnﬁ acetylcholinesterase URzANHOBUNERIZ DPPH UaIRIIRNANN

wutusfiad4¢, Detector: A = UV 254 nm, B = UV 366 nm, C = 30% H,SO,/ UV 366 nm, D = 30% H,SO,,
E = Anti-AChE, F = Anti-DPPH
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o (1 o o
waUa1s 1= ANNMA, 2 = LaNAYW, 3 = FhJN%Q, 4 = ANARYY

ROUENT 1 = BINI3Y, 2 = ANNTZDH, 3 = ANNINDDY, 4 = UKD

UAVETT 1= WABILKADA, 2 = HANZAA, 3 = ABNATHAT, 4 = JNLRIEY

RAUETT 1 = AaNlaw, 2 = ANATIARILKEIN, 3 = ABNVDT, 4 = NN

A B Cc D E F
Eﬂ‘ﬁ 5. (¢i@) TLC chromatogram qwfﬁ‘ﬁmmuvlsnﬁ acetylcholinesterase LLaxﬁﬂua%%Jaam: DPPH 28481781 @
ﬁﬂﬁy%ﬂ"m“ﬁﬁmhd ¢, Detector: A = UV 254 nm, B = UV 366 nm, C = 30% H,SO,/ UV 366 nm, D = 30%
H,SO,, E = Anti-AChE, F = Anti-DPPH
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3.3.2 msmiﬂﬂaamm%{ﬁmmuvlqrﬁ acetylcholinesterase 72835 Ellman’s method
mswmaqu%fﬁmmuvl,mﬁ acetylcholinesterase @7 835 Ellman’s method lasnagaulu microplate
LazEUANRILLATEY microplate reader finNE1IATH 405 Nm LAZFIUIUAA ICso Immiﬁﬁqw%‘ﬁm
\awlms] acetylcholinesterase azfn&ﬂﬁﬁ%mmnﬂﬁwmaami acetylthiocholine 1{J% thiocholine ¥inl#lsiifia
FIHNAIIINNNTIINGIVEIENT thiocholine HUaNT 5,5'-dithiobis-[2-nitrobenzoic acid] (DTNB) §a5iuinIy
Fudwdoanu S gnasusemsvinanuuedienls acetylcholinesterase snninazifiafnassiasni lay
infapazvasmssusaewlod vesmsfinuidudu 500 pg/mL wazen ICs, VBIRNTANAGY 80% LUNDRA b

W VaINNNRIIUNI 21 The wRaIluanI9n 3

{ £ . v o ¥ o & o A '
13191 3. NANINARAUONT anti-AChE ¥838178NA68 80% LNY]"]%E]@I%%’]“IIﬂdNﬂﬁ%U?u“ﬁ%@@ﬂ\‘l"']

#198NA % inhibition IC,, (Mg/mL)
(AT aTU 500 pg/mL)

Galanthmine (positive control) - 0.81 £ 0.04
L lidan 47.58 + 1.72 -
nszlausin 84.20 + 1.05 302.19 + 26.99
nszlanun 68.93 + 1.58 256.98 + 6.89
HNWa 13.37 + 0.35 -
NN 16.03 + 1.23 -
o 85.67 + 0.38 152.46 + 4.12
[SIERT 81.27 + 1.32 186.68 + 5.23
NNLAREN 17.76 + 0.51 -
S RIS 13.19 + 0.33 -
WNNIzin 17.43 + 1.94 -
NN U284 11.09 + 0.78 -
WaadLnlan 36.30 + 1.49 -
Uad 20.39 + 0.92 -
AEHER 11.54 + 0.89 -
ADNATARN 12.89 + 0.94 -
ANLATLS 8.85 + 2.02 -
aanlaw 12.30 + 0.22 -
HNATIARILAI 22.89 + 0.69 -
ABNVIT 38.03 + 2.72 -
NN 9.73 + 0.47 -
lusuida 88.09 + 2.49 63.49 + 0.63

Naﬂﬁmaauqn'ﬁfﬁuﬂzuauvlmﬂ acetylcholinesterase maamiaﬁ'@]ﬁmwmﬁuﬁu 500 Ug/mL WU
ssanerniansgussewloduinnit 50%  Asdnnszlawin nyzlauun wdaruiing uazauide laofidl
WINNU 84.20 + 1.05, 68.93 + 1.58, 85.67 + 0.38, 81.27 + 1.32 Az 88.09 + 2.49 AUAIAY LAZHNAININNIT
NAROUNEN ICs, VBIFNITARARNNTI 4 Tl WU ICs, AL 302.19 + 26.99, 256.98 + 6.89, 152.46 +
4.12, 186.68 + 5.23 LAz 63.49 + 0.63 pg/mL ANEIU
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=3 o a
3.3.3 MINIINAFBUYNEAWaanBLATW A2835 FRAP assay Waz DPPH assay

myiadssEnimwassanslunsdunmaiediseneandiadudqu3T ferric reducing antioxidant
power (FRAP) assay lauld microplate 8 %@168 microplate reader NANNENIARYK 593 nm LazFIwIwLTI %

' A = A A 3+ v & 2+ o & {a
fin FRAP value Saiudiivananusansalunssong Fe -TPTZ Wiidu Fe™ -TPTZ adnuaniNidn FRAP

&) v Aa eda 2 A Y a aaa A o va A '
value §9 a9 Lduad4na JhenumuInlumssumitialjiseneenbiatilaa Tinavadl FRAP

value TaINANRINUNIG 21 TRALRAIMUANIIN 4

A13191 4. FRAP value 709813800618 80% Lunmuaalwiaasnnvuinusiaeng g

19600 FRAP value DPPH
(mmol FeSO, /100 g dried sample) IC, (Mg/ml)
Vit C (positive control) 225.77 10.52 £ 0.48
Trolox (positive control) 226.82 12.54 + 0.89
wirladan 473 50.74 + 0.46
nszlautin 44.73 16.58 + 0.31
nszlauun 85.99 9.87 + 0.07
AN 8.95 681.88 + 5.61
HNNA 0.90 1,149.79 + 32.58
o 29.95 49.22 + 0.37
Tusiw 26.66 11.05 £ 0.12
NNLARE 3.67 1,548.45 + 11.85
Fuz38 2.54* 468.2 + 1.49
WNNIziin 15.15 440.34 + 2.79
NNNHABY 12.94 512.53 + 3.4
WaBILWAIan 25.08 48.42 +0.26
TEN 14.96 508.52 + 5.28
AEHER) 1.35%* 962.5 + 11.29
AONATAAT 3.25 453.32 + 4.16
ANIAILY 1.74 1,159.61 + 18.57
aanlaw 3.79 517.22 + 2.87
HNATIARILNAIN 9.83 47711 + 4.41
AONTIY 5.54 583.34 + 11.31
G ITETE 3.03 1,150.95 + 2.46
luguiia 62.28 39.97 + 0.26

*A@ada 100 NTNINARNATF

mInasaugnaeuasndiatulagis FRAP assay wuinsnsanainnszlauun lsien FRAP value G
ﬁqmmaamﬁa sl nyelawin o Tuy uaz wasdwnilen laofidn FRAP value L¥innu 85.99, 62.28,
44.73, 29.95, 26.66 Uax 25.08 mmol FeSO, /100 g VaIuWIinATURI AU

ﬁ«humsmaaqu?ﬁmawa'ﬁmz DPPH assay wm"lmsaﬁ'@mﬂﬂi:“[@uuﬂﬁrm%fﬁ‘uﬂy'aa%a'émz
DPPH aﬁq@ J09890nAD Ty nszlawi suia wassniaa uaztasiagw lasdie ICs, il 9.87 + 0.07,
11.05 £ 0.12, 16.58 + 0.31, 39.97 £ 0.26, 48.42 + 0.26 WA 49.22 + 0.37 ug/ml CRFURTLT]
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3.3.4 msvmaanqw'ﬁyﬁ'ﬁm%bau,nﬂﬁL%ilfiafmmatﬁumm‘s uaziionyafiSafaseasaaain
msnasaugniswdauuafi3oiineliaalsaluniadne s 16unide Escherichia  coli
Salmonella enteritidis, Salmonella typhimurium, Shigella Flexneri, Bacillus cereus, Staphylococcus aureus,
Salmonella paratyphi A, Salmonella paratyphi B, Enterococcus sp., Phaseolus vulgaris it8s Salmonella typhi
LLazL%aﬁmmma‘%ﬁdaﬁs%amﬁuﬁ’ﬂﬁlﬁmmmiu,ﬁ vlﬁLLﬁL“‘fiya Morganella morganii, Psychrobacter arenosus,
Acinetobacter junii u8% Myroides sp. lagwien MIC uaz MBC 289sn3ania 80% Lumuaaluiinasiniun
v 20 fia dadadinsn Foldwasousasluaned 5-7
HAMININARELONIF W TauuafiGunalsanainams wesdeuuefiGefineldiiansuilag
samIdaaiin nuitmiana 80% wnunaslwihvasdniuinun 20 i lifignidwdouuafiiedinsa
wioflgnatasun 1ilesand1 MIC uaz MBC YasmnIanARNAWTLTG 20 Tia TANANNNINAT WHO fvnua

o { QEQJ g v 1 A
famsananiignidusauuafiisudasiian MBC laitfin 125 ug/mL

M191990 5. @1 MIC uaz MBC (mg/mL) aadsIsnanniuwinudalTauuaiilss E. coli S. enteritidis, S.

typhimurium, Sh. Flexneri, B. cereus W8 S. aureus

E. coli S. Shi. flexneri S. S. aureus B. cereus

19800 enteritidis typhimurium
MIC | MBC | MIC | MBC | MIC | MBC | MIC | MBC | MIC | MBC | MIC | MBC
winlilan 25 25 | 125 | 125 | 125 | >25 | 125 | 25 | 6.25 | 125 | 125 | 125

mﬂﬂuﬁ'] 6.25 25 125 | >25 | >25 | >25 12.5 25 6.25 | 12.5 1.56 6.25

nyzlanun >25 | 25 | >25 | >25 | 525 | >25 | 25 25 | >25 | 525 | >25 | >25

BTﬂ“qM >25 >25 >25 >25 >25 >25 >25 >25 12.5 25 3.125 | 6.25
KNNQ >25 | 325 | 25 | >25 | >25 | >25 | >25 | >25 | >25 | >25 | >25 | >25
o >25 | >25 | >25 | >25 | >25 | >25 | >25 | >25 | >25 | >25 | >25 | >25
A >25 | >25 | >25 | >25 | >25 | >25 | >25 | >25 | >25 | >25 | >25 | >25
NNLARE >25 >25 >25 >25 >25 >25 >25 >25 >25 >25 12.5 >25
TUZITH >25 | >25 | >25 | >25 | 25 | >25 | >25 | >25 | >25 | >25 | 25 | >25
ANNTED >25 >25 >25 >25 >25 >25 >25 >25 >25 >25 6.25 12.5

ANNUIB >25 | >25 | >25 | >25 | 25 | >25 | >25 | >25 25 | >25 25 >25

WaaILhiaa 12.5 25 6.25 | 125 | 313 | 125 | 125 | 125 | 313 | 125 | 6.25 12.5

a3 >25 >25 >25 >25 >25 >25 >25 >25 >25 >25 >25 >25
NANZY@ 25 >25 >25 >25 25 >25 25 >25 >25 >25 25 >25
ABNAINRAN 12.5 25 >25 >25 12.5 25 12.5 25 6.25 | 125 | 3.125 | 125
gﬂm’i"m >25 >25 >25 >25 >25 >25 >25 >25 >25 >25 >25 >25
aanlan 12.5 25 >25 >25 >25 >25 >25 >25 >25 >25 12.5 >25

HNATINRA >25 | >25 | >25 | >25 | »>25 | >25 | >25 | >25 25 >25 | 125 25

AN
ANVAT >25 >25 >25 >25 >25 >25 >25 >25 >25 >25 >25 >25
IR >25 >25 >25 >25 >25 >25 >25 >25 25 >25 | 3.125 | 6.25
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131919 6. 61 MIC uaz MBC (mg/mL) Badansananniuwinwaaliauuafiss S. paratyphi A, S. paratyphi B,

Enterococcus sp., P. vulgaris W8 S. typhi

S. paratyphi A S. paratyphi B Enterococcus P. vulgaris S. typhi
CREL NG sp.

MIC | MBC | MIC | MBC | MIC | MBC | MIC | MBC | MIC | MBC
i ladan 6.25 12.5 12.5 25 1.56 6.25 25 >25 6.25 25
nszlausin 3.13 12.5 12.5 >25 156 | 625 | 6.25 25 3.13 6.25
nszlanun >25 >25 >25 >25 25 >25 >25 >25 25 >25
Hnwal >25 >25 >25 >25 >25 >25 >25 >25 >25 >25
NN >25 >25 >25 >25 >25 >25 >25 >25 >25 >25
\wliaTu 3125 | 125 12.5 25 3125 | 125 6.25 >25 6.25 25
A 1562 | 625 | 3125 | 125 | 1562 | 125 6.25 25 3.125 | 3.125
NNLAREY >25 >25 >25 >25 >25 >25 >25 >25 25 >25
S REEARTIN 25 >25 >25 >25 12.5 25 12.5 >25 25 >25
WNNIzin 25 >25 >25 >25 >25 >25 >25 >25 12.5 25
NNIKaaY >25 >25 >25 >25 >25 >25 >25 >25 25 >25
waadlwlen | 313 | 6.25 313 | 6.25 156 | 3.13 12.5 25 3.13 12.5
oM >25 >25 >25 >25 >25 >25 >25 >25 >25 >25
HANZYA >25 >25 >25 >25 12.5 >25 >25 >25 25 25
ABNATNRAN 6.25 12.5 6.25 12.5 6.25 12.5 25 >25 6.25 12.5
ANIAILY >25 >25 >25 >25 >25 >25 >25 >25 >25 >25
aanlan >25 >25 >25 >25 >25 >25 >25 >25 >25 >25
NNATIAN? >25 >25 >25 >25 >25 >25 >25 >25 >25 >25
LA
ANV >25 >25 >25 >25 >25 >25 >25 >25 >25 >25
NN >25 >25 >25 >25 >25 >25 >25 >25 >25 >25

13197 7. @1 MIC 1az MBC (mg/mL) 2adssananniuiinuaaiBanuaiilss M. morganii, P. arenosus, A.

Junii, Wae Myroides sp.

o M. morganiii A. junii Myroides sp. P. arenosus
#138NA

MIC MBC MIC MBC MIC MBC MIC MBC
ﬂi‘zi@m‘li’] 1.562 6.25 > 25 > 25 1.562 6.25 1.562 6.25
NNLARE > 25 > 25 > 25 > 25 > 25 > 25 > 25 > 25
FuLan 6.25 12.5 12.5 > 25 3.125 12.5 12.5 12.5

TNZITE9 12.5 25 25 25 12.5 25 12.5 25
yu > 25 > 25 > 25 > 25 > 25 > 25 > 25 > 25
WaaInilan 1.562 3.125 3.125 12.5 > 25 > 25 6.25 12.5
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3.3.5 mswmaammﬁéf'mmiamau

£ o o o o a Lo & < { o v a
NMINARDUYNTAIUNIIBNLRUVBIRIIRNGANN 3 TUA I@El?lﬂ'tﬂimﬁimUdﬂﬂi‘ﬁmmiﬁﬂﬂmﬂ(ﬂﬂ’]‘i

antau'lawn nitric oxide, TNF-OL 18z IL-6 LaHNaNSHUHIAILEAIL1ANT1IN 8

A15191 8. NANIHULINNITHAY nitric oxide, TNF-0OL 1A% IL-6 UI8NSINANNANLLY

nitric oxide TNF-O IL-6
GREL LG nitrite % TNF-OL % %
IL-6 (ng/ml)
(umol/L) Inhibition (ng/ml) Inhibition Inhibition
Lﬁﬁﬂ‘g% 32.09 39.68 2163 34.02 1483 18.07
fJ'mq_Jl 32.25 39.37 2163 ND 1584 12.46
FULFA 3.636 90.02 1450 20.37 640 67.63
Dexamethasone 19.95 62.50 1356 53.22 181 90.00

ND : haianansadssiinbe

£ o o v o & a ' [ £ o o
NANNINARAUNTATUNITANLRUVDIRIIRNANNNG 3 “Hu(ﬂW‘U’J’]mSaﬂ@muL?(@]ﬁf]‘n‘ﬁ@nuﬂ’]‘iamau

& & L v A LE & o o 4
Iﬂﬂﬁ’]lﬂﬁﬂ&lﬂﬂx‘m’]i‘lﬁﬂ\‘l nitric oxide ez IL-6 Vl,@ﬁﬁq@ I(ﬂilfli]‘ﬂﬁﬂllﬂd 90.02% LLaz 67.63% MUY RIWRT

% Lo & < % - ' o o a
ﬁﬂ@Lﬁﬁﬂﬁ%ﬁﬂﬂﬁﬂUﬂﬂﬂ’ﬁ%ﬂd TNF-Q VL@] 34.02 % TINNNINEIRNAKNEDN 2 THA

al e o A& o & a 't £ o & Aaa 4, a ' v a
LADIIINRIIRNANNNUUIUNG 20 mu@vluuq‘ﬂﬁ@]’]uvﬁaLLUﬂﬂLjﬂ'ﬂﬂaIiﬂ'ﬂ’NL@]ua’]Vﬂj LLazﬂalV\Lﬂ@

L g: ~a a g v { o tg a
AU AIBUNNTAN T LRENANABLWLN ammﬁﬂmmmiaanqmma%’amwa:wa’mmm‘mNams‘ﬂmau

A€ v .
qwﬁmul,auvlﬁﬁﬁ acetylcholinesterase

v a o v L g v A 1 L g v {
AWBENTLATY LAZAIUNITONLFULL89AU TINUINNNANBL WAL

o { o ' 3 & o & { o & a £
ﬂﬂﬁanﬁ‘ﬂ:u’quﬁﬂ‘]ﬂq@laﬁa L@N@]’q% RULRA M%g ﬂiﬂ@muﬁ LL@$ﬂi$I@]%'Uﬂ Lﬁa\‘ﬁnﬂwﬂ‘ﬂ\j 6 TUA LLRAIOND

v . v a o va [ & o a £ o o
WW%LEJ%‘IL‘ITIT acetylcholinesterase LLE\]ZGI']%?J@T]‘MWE%VLG]@ LLazﬁ’]iﬁﬂﬂﬁ&lLﬁﬂﬂd&lf]ﬂﬁ@ﬂ%ﬂ"liﬂﬂLE’IUI@U?I']SJ’WO

fUBININAT nitric oxide waz IL-6 18 wananAdiliinsnumfnmasdayuesduaiorn uazauidaun

: &2 A = = =2 £,
na ‘NLaaﬂLme;u LRSRULRANIFANHINIRIIDENTNDR

23




{ o &£ & ;
‘lJ‘YIﬁ 4 ﬂqiﬁﬂﬂllazllﬂﬂaqiaaﬂqnﬁﬂqﬂﬂaﬂtﬁﬂﬂi‘g% (Syzygium gratum)

4.1 NMSLAIYNEIIENARLIL

aﬁ'@mnamaﬁ@‘guﬁmﬁfﬂ 613.5 N3N Fmany g 31 dEdTmInan udazaSIetulsEINm 2-3
M ANAIBRNAIAGILAVNALABLINLTH LONRDTIAA UAZIUNIBDIANEIA (Eﬂﬁ 6) udhssananlaan
fvnazansudazsiialylasnsssnedvinazaseandiaiaias rotary evaporator waznasa N lRuRIINNTY

v = v A [ o (% A
AILAIBY freeze dryer vL@]‘lJilﬂmuﬂ:ﬂﬂHmza’]iaﬂ@]LL@@N@G@]']?’N‘Y] 9

HIBBALEATUUR
N 613.15 g

Hexane | (3 LX 1 @34, 2 LX 3 a33)

A 4 A
Hexane extract

932¢g

P
NNYNIHRRD

Ethyl acetate | (2 LX 6 a33)

A A

EtOAc extract
1818 g

A A
NNYNLHRK[D

Methanol | (2 LX 5 a34)

MeOH extract
74.01¢

A A
NNNLHRRD

Eﬂﬁ 6. °f|'u@1aumsaﬁ'@samaﬁ@guﬁamammu LNNDLTLAN LAZLUNIUDA

@13197 9. UTnuazdneazasanadniaiar usziuliana ldaodrnazaoriiadngg

. WIRBNNDY . WIRWNES 5 5
N . AIazans . % yield ANBULANTEANA
W19 (g) &na (g)
LETILT 9.32 1.52 PpIUIIFL BN AR
o 613.15 LoNaazsiaa 18.18 2.97 PpIWTITA LI AA
LNUEA 74.01 12.07 | 12IuTIRINANS

42 managaugnsawiawlss acetylcholinesterase uazqw'ﬁféf'mmmaﬁaiz DPPH iijosanzasans
ANARYIL
namInagaugniawewles acetylcholinesterase LLamﬂ"Bf@Tma%aamz DPPH 1898n3&NANN
wlagudnudyinasansudazsiiadie3s TLC lasltmTazarsvasansanannududi 50 mg/mL USa1as 5 uL
%uui’gmamﬁﬁa Silica gel 60 Fos, %awamwwaaqufmaammﬁ'maﬁwgul,l,a@ﬂugﬂﬁ 7
minaseugnawawlsd acethylcholinesterase #283% Ellman’s method LLaztm%;@Tma%asz
DPPH 2a3snsanialuladagudiodirazansusazaiia lasnaseulu microplate (masaugnslaslasamidon
au) LLa:mﬂ'ﬁaﬂawaamiﬁ'uﬂy'aﬂg’jﬁ’%mmaal,auvlfnﬁ acethylcholinesterase LLﬂ:%ﬂﬂa:maaﬂﬂiﬂ'uily'aa%a’éai:

DPPH 2248138Na lANLFANANAG DY 300 pg/mL waz 50 pg/mL aNEIGU AILEAI A9 10

24




Solvent system : Acetone:Hexane [2:3]

-
-
1 2 3 4 1 2

Solvent system : MeOH:CH,CI, [3:7]

e
I T234
A B c

{ ngil/ v a g
gﬂﬁ 7. TLC chromatograms qmmmau"lfﬁﬁ acetylcholinesterase LAZATUARAURDRIT DPPH 2838178NAVa3

ﬂ@ﬂLﬁﬁﬂ‘gu 1 = 80% MeOH extract, 2 = Hexane extract, 3 = EtOAc extract, 4 = MeOH extract, Detector: A =
UV 254 nm, B = UV 366 nm, C = White light, D = Anti-DPPH at 0 hr, E = Anti-DPPH at 24 hr, F = Anti-AChE

M13791 10, Ar¥esarmMItuLIadien oy acetylcholinesterase WazauyAdEIE DPPH YadasanasaaLaiay

CRELT) % inhibition 291128l % inhibition auyadasz DPPH 1
‘lnamﬁﬂ acetylcholinesterase maamiaﬁm‘lnamﬁﬂ AT N 50 Hg/mL

AT 300 pg/mL

LaNLETh * 7.20 + 2.33
LaNaaZTLa6 * 68.68 + 1.42
LUNUDR 61.90 + 0.08 68.72 £ 0.32

* ldaansamdrfesszuasmsdunslaifiosnniitymeumsszaigvasansana

mﬂgﬂﬁ 7 wudwmsaﬁ'@]Uamaﬁﬂquﬁqﬁfﬁma%a%zﬁ: DPPH I@ﬂmiﬁﬁﬂyﬁqwmmsaﬁ'@ﬁm
LofinozBLaauaziunuaainnsa Iﬂmﬂ’é‘ﬂu%&iaaa%a%aﬁ: DPPH 1ilufinansyind (U 7 D) §IUF 3N T
madmiaﬁ'ﬂ@‘hﬂLammuﬁqw'ﬁ(ﬁaUmfﬂLﬁaamﬂﬁaﬂ"ﬁnmsl,umiﬁﬁ@a%m'émz DPPH  wuni1 (3 7 E)
uaﬂmﬂﬁmiaﬁ'@mmLaﬁﬂquﬁaﬂé'hﬁwa:mﬂnnﬁﬁ@sfl'ol,l,amm'ﬁfé’ml,auvlsnﬁ acetylcholinesterase lag1/31ng

WOLUFINUBUNG TLC (3UN 7 F) mImaseusiy microplate wudnasanasisimuaananuliudu 300

Hg/mL Fen3agazuasnisenuonlaa acetylcholinesterase LU 61.90 + 0.08 §IUFIIFNAGILLINLITL UAZ
ofinazfiaaldsuisonasouldiiasanidgmidunisazas s1sanaaioiafiaesdiaa Laslunweags
aaIndwaRYasaT DPPH NIannuidudi 50 pg/mL
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4.3 msugnmdsaangnanieiinmalsisnmelasalans il

msaﬁ'@éﬁﬂéﬁ“f‘ha:mynﬂ‘*ﬁﬁmaqLaﬁﬂﬂguuamqﬁfﬁmmuﬂsﬁﬁ acetylcholinesterase %ananil
m’mﬁ'@@”’;maﬁaa:%mmm:mmuaaﬁaLLﬁ@mﬂ%{ﬁmawgaam‘z DPPH 1¢d 3aiRansnsanasiaaivinazans
La“?]ﬂaz‘%m@]LL€~1$LJJ‘YI’]‘LLE]all’]ﬁ’m’]iLLEJﬂslﬁwLﬁﬁ’ﬁU%qﬂ%

431 msuenaseangnaneBinmassasanaafaszdian

4311 msugnalsanatafiaazdiaa

Lmﬂmiaﬁ'@mﬁaa:%mmawa@mﬁ@quﬁmﬁfﬂ 17.00 N34 @283 quick column chromatography
laul#ipnaasfiilu siica gel (Grade 7734, 70-230 mesh, 200 g) uazlFigmameinfoufiiu 100%
Hexane, 5% Acetone : Hexane, 10% Acetone : Hexane, 20% Acetone : Hexane, 30% Acetone : Hexane,
40% Acetone : Hexane, 50% Acetone : Hexane, 5% MeOH : CH,Cl,, 10% MeOH : CH,Cl,, 15% MeOH :
CH,Cl,, 20% MeOH : CH,Cl,, 30% MeOH : CH,Cl,, 50% MeOH : CH,Cl,, 70% MeOH : CH,Cl, kaz 100%
MeOH 88198z 1 An3 MUAGL nEIIINTINEINBIRIEN (fraction) 7ildlasardaanunandsalnds TLC

[

wuIN leauueIaNIana 6 fractions (EA1-EAB) mgﬂﬁ 8

EtOAc extract

17.00 g
Acetone:Hexane,
MeQOH: CH,CI,
v v v v v v
EA1 EA2 EA3 EA4 EA5 EA6

0.18 g 0.10g 12149 8.89 g 236 g 14049
gllﬁ 8. MILyNI1IVBY EtOAC extract mawamaﬁm;u @28 quick column chromatography

Wminuasaninlduis snsmzniouen uszsauvasIpaaefanniliusnvasudazdiusad
RVIENA EAT-EAG Laadlua319M 11 Wasansmen1IweanvadIsnsniiuasfisznauun TLC waIng 6 fractions
IECRLAINe

@137199 11. USok anwaemenen uazsauesigmenaewiflsuen fraction EA1-EA6

Fraction '?gmﬂmé"auﬁ Yiwiin (9) ANBUEAITENA
EA1 100% Hexane 0.18 lofniesdan
EA2 5% Acetone : Hexane 0.10 FIRAARTE
EA3 10-20% Acetone : Hexane 1.21 SN ING RIS IEY
EA4 30-50% Acetone : Hexane — 5% MeOH : CH,Cl, 8.89 S NG RIS IEY
EA5 10-15% MeOH : CH,Cl, 2.36 SN INGTRISIEY
EA6 20-70% MeOH : CH,CI, — 100% MeOH 1.40 va9udofrinans
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Solvent system : Acetone:Hexane [2:3]

123456 123456 123456
Solvent system : MeOH:CH,CI, [3:7]

123456 123456 123456
A B Cc D E

3111 9. TLC chromatograms 2848I41838138NA EA1-EAB

Detector : A = UV 254 nm, B = UV 366 nm, C = White light, D = 30% H,SO, / UV 366 nm, F = 30% H,SO,

4312 nagavugnaainionlsal acetylcholinesterase LLa:rmE‘(;f'mmmaSm: DPPH
Lﬁaaﬁumaad'mmaammﬁmﬁu,smmnmsaﬁ'mLaﬁam%m@mawammﬁﬂqu
nanInasaunnsauanles acetylcholinesterase Lm:qw%fﬁmawaﬁmz DPPH 2838184813
&na 6 fractions (EA1-EAB) ﬁLLﬂnVL@Tmnmmﬁ'@éﬁLlLaﬁaa:?jmmﬂuawamaﬁ@quﬁ’uﬁ% TLC é’dLLamlugﬂﬁ 10

Solvent system : Acetone:Hexane [2:3]

123 456 123 456 123456 123456 123456
A B C D E F

gﬂﬁ 10. TLC chromatograms nw%ﬁmmu‘lﬁnﬁ acetylcholinesterase LLa:ﬁﬂuaggaﬁa‘sz DPPH 28384289813
qNa EA1-EA, Detector: A = UV 254 nm, B = UV 366 nm, C = White light, D = Anti-DPPH at 0 hr, E = Anti-
DPPH at 24 hr, F = Anti-AChE
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Solvent system : MeOH:CH,CI, [3:7]

123 456 123 456 123456 123456 123456
A B C D E F

gﬂﬁ 10. (68) TLC chromatograms qw%éﬁmau"lfnﬁ acetylcholinesterase LLazﬁﬂumﬁaﬁm: DPPH 2838%
YIFNIANA EA1-EA, Detector: A = UV 254 nm, B = UV 366 nm, C = White light, D = Anti-DPPH at O hr, E =
Anti-DPPH at 24 hr, F = Anti-AChE

mﬂgﬂﬁ 10 mumadmsaﬁ'ﬂﬁLmﬂvlﬁmﬂmmﬁ'@ﬁ’as;lLaﬁaazﬁ‘ﬁmmawamaﬁ@quﬁa 6 fractions ¥
&

qniduauyadasz DPPH lasiamnzdiuyaiasananiitngieddiusesasanad 4, 5 uaz 6 laoufoudaig
a | a { I A’ lg/ ‘I/I
ouyadas DPPH Lumndesud (U 10 D) uazidswiumndeaniniu (U 10 E) woninidiusesans

@
[

& ' o A o £ o
ANANY 6 fractions  laslawiz@Iuuadasanan EA3, EA4 Uz EA5  S9u@adnndanwian Losf
acetylcholinesterase laudsnguauuiuuunis TLC (3U7 10 F)

4313 NUENEITONANENTINNVBIEINVBIFITENA EtOAC-A4 (EA4)

LENFIUVBIENTENA EA4 11N 8.23 n5U ¢983% column chromatography I@ﬂi%"i’g]mﬂmﬁlﬂu
silica gel (Grade 7734, 70-230 mesh, 500 g) uazl¥igmaniaedeuiienadausail 100% Hexane (1 L), 3%
Acetone : Hexane (1 L), 5% Acetone : Hexane (1L), 10% Acetone : Hexane (2 L), 15% Acetone : Hexane
(3.5 L), 20% Acetone : Hexane (5 L), 25% Acetone : Hexane (4 L), 30% Acetone : Hexane (2 L), 50%
Acetone : Hexane (3 L), 70% Acetone : Hexane (1 L), 100% Acetone (1 L), 30% MeOH : Acetone (1 L), 50%
MeOH : Acetone (1 L), 100% MeOH (1 L) #§391nTIndnua9s3ania (fraction) fildlasanduanuuandis
Me3T TLC wuinld@IuuedanIana 8 fractions (EB1-EB8) UAzLunaznan l@andInuaIznsana EB3, EB4
uaz EB6 (EB3p, EB4p uaz EB6p) A9qLil 11

EA4 fraction
8.23 g

Column chromatography

Acetone:Hexane, Acetone:MeOH

A 4 A 4 A 4 A 4
EB1 EB2 EB3 EB4 EB5 EBG6 EB7 EB8

128.9mg | [298.6mg| [229.1mg || |609.9mg || | 530.8mg 243 g 1459 1.56 g

EB3p EB4p EB6p
2.0 mg 46.8 mg 367.9mg

gﬂﬁ 11. MIUBNEITVAIFIUVBIRIIANA EtOAC-A4 @28 column chromatography

28



@137197 12. USNo4 AnwaMenen uazsauesIpmeanaawinlsuen fraction EB1-EB8

Fraction ’a’gmmﬂﬁlauﬁ ¥iwin (9) | anwmcansana
EB1 100% Hexane 600 mL 0.1289 | 28dudiRiTsI80W
EB2 100% Hexane 0.4 L — 10% Acetone : Hexane 0.1 L 0.2986 | R1IniaFe
EB3 10% Acetone : Hexane 1 L 0.2291 fInaFen
EB3p | 10% Acetone : Hexane 1 L 0.0020 | vadudsmIdan

EB4 10% Acetone : Hexane 0.9 L - 15% Acetone : Hexane 1.9 L 0.6099 FIRBATI LT

EB4p | 10% Acetone : Hexane 0.9 L - 15% Acetone : Hexane 1.9 L 0.0468 | VaILTIRVIN

EB5 15% Acetone : Hexane 1.6 L - 20% Acetone : Hexane 3.1 L 0.5308 FIRUATA LT

EB6 20% Acetone : Hexane 1.9 L - 50% Acetone : Hexane 0.7 L 2.4266 NIFA LT

EB6p | 20% Acetone : Hexane 1.9 L - 50% Acetone : Hexane 0.7 L 0.3679 | vadudiFmIzidan
EB7 50% Acetone : Hexane 2.3 L - 30% MeOH : Acetone 0.3 L 1.45 YBIWTITA L
EBS 30% MeOH : Acetone 0.7 L - 100% MeOH 1 L 1.56 ARG ETHRIGIEY

Wminuasaninlduis snsmzniouen uszsauvasIpaaefanniliusnvasudazaiusad
§38NA EB1-EB8 Uazaznaw EB3p, EB4p Uaz EB6p WFaIluan39i 12 uazanmsmensugnuass s
04¢i1/3znauLu TLC V84N3 8 fractions uazaznauunle usasdzUi 12

A4 B1 B2 B3 B3pB4 B4p B5 B6 B6pB7 BS

A

A4 B1 B2 B3 B3pB4 B4p B5 B6 B6pB7 B8 A4 B1 B2 B3 B3p B4 B4p B5 B6 B6pB7 B8

Cc
3111 12. TLC chromatograms 84&112848138MA EB1-EB8
Solvent system : Acetone:Hexane [2:3]

Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm
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43.1.4 miu,slnmsaanqn'ﬁyma%'amwwaaa"mmaamsaﬁ'ﬂ EtOAc-B4 uay B5 (EB4+EB5)

ihdwasensaniaf EB4 uaz EB5 fhaslianseangnisfiaidioaim dninsan 1.14 n3u anuen
@a@283D column chromatography I@]ﬂi‘ﬁﬁgnﬂﬂﬂdﬁlﬂu silica gel (Grade 7734, pore size 100°A, 70-230
mesh, 70 g) LLaﬂ"ﬁ’TQmﬂmﬂmé‘lauﬁmuﬁwﬁuﬁoﬁv 100% Hexane (200 mL), 5% Acetone : Hexane (200
mL), 10% Acetone : Hexane (400 mL), 15% Acetone : Hexane (400 mL), 20% Acetone : Hexane (400 mL),
25% Acetone : Hexane (200 mL), 30% Acetone : Hexane (100 mL), 50% Acetone : Hexane (100 mL), 70%
Acetone : Hexane (100 mL), 100% Acetone (100 mL), 30% MeOH : Acetone (200 mL), 50% MeOH :
Acetone (100 mL), 100% MeOH (200 mL) #&iaNTINFIRVITIERAN e lanarduanuuandidands TLC
WU l@FIUVRIRNIRNA 6 fractions (EC1-ECB) WATWONKNANLANNEIU8IaNTaNa EC3 (EC3c) WAzl
AzNawlAINNEIUVBIRNIANA EC4 (EC4Ap) é’agﬂ‘ﬁ 13

EB4+EBS5 fractions
114 g

Column chromatography

Acetone:Hexane, Acetone:MeOH

EC1 EC2 EC3 EC3c EC4 EC4p EC5 EC6
13.7 mg 11.8 mg | [562.3mg 6.8 mg 51.5 mg 5.8 mg 98.1 mg | |132.2mg

g‘ﬂﬁ 13. NMIUNENIVAIRINVBIRIIANG EB4 Waz EB5 @28 column chromatography

dwinudsnrilduds dnemeniouan uaziduTesipmanteuiinliusnyaudazdiuves
813870 EC1-EC6  WAN EC3c  wazaznowu EC4p  umadluanmifl 13 uazdnwmznisusnvesasfidu
29fU3znauLYU TLC 289119 6 fractions Wanuazaznaufiuan'le uFAIAIFUT 14 uazmsSeufinuinume
TLC 284 EB3c uaz EC3c #a3Ufi 15

270 TLC chromatograms Wu3N@znaw EB3p WazWan EC3c Aanwmzuad TLC alauny Ja R
LN (gﬂﬁ 15) LLﬂ:ﬁﬂ’J’m‘U%qYl%%ﬂﬁLﬂu compound 1

@139 13. USNm anwaewen uazsauesIgmeaawifnlsuen fraction EC1-EC6

] ] v
Fraction IPmatafawi WINKN (g) | aNBILEITENA

EC1 100% Hexane 0.2 L - 10% Acetone : Hexane 0.15 L 0.0137 NIRRT

EC2 10% Acetone : Hexane 0.25 L - 15% Acetone : Hexane 0.15 L 0.0118 FInHaRINAS

EC3 | 15% Acetone : Hexane 0.25 L - 20% Acetone : Hexane 0.3 L 0.5623 | UaIWIIRITLITN
EC3c 15% Acetone : Hexane 0.25 L - 20% Acetone : Hexane 0.3 L 0.0068 NANET1?

EC4 | 20% Acetone : Hexane 0.1 L 0.0515 | &13RILITN
EC4p | 20% Acetone : Hexane 0.1 L 0.0058 | s1IRLAREIBOW
EC5 25% Acetone : Hexane 0.2 L - 30% Acetone : Hexane 0.05 L 0.0981 ARG RTIRIGIEY
EC6 30% Acetone : Hexane 0.05 L - 100% MeOH 0.1 L 132.2 ms?niwmmiu
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12 33c44p 5 6 12 33c44p 5 6
A B Cc D
gﬂﬁ 14. TLC chromatograms YDIFIWVAIENIRNA EC1-EC6
Solvent system : Acetone:Hexane [2:3]

Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

gﬂ'ﬁ 15. TLC chromatograms 18y EB3p Laz EC3c
Solvent system : Acetone:Hexane [2:3]

Detector : A = 30% H,SO,, B = 30% H,SO,/ UV 366 nm

B3p C3c

A B

4315 MKINEITOONNANITINNVBIVBIFINYBITENA EtOAC-C3 (EC3)

WndmveasaIana EC3 1inwiin 0.5623 N3y wusndaseds column chromatography laglaiy
mManafitdn silica gel (Grade 7734, pore size 100°A, 70-230 mesh, 80 g) LLﬂ:I%?gnﬂﬂnﬂﬂLﬂﬁauﬁmuﬁﬂé’u
63'\‘11{ 100% Hexane (400 mL), 1% Acetone : Hexane (400 mL), 5% Acetone : Hexane (700 mL), 7% Acetone :
Hexane (1.4 L), 10% Acetone : Hexane (1.2 L), 15% Acetone : Hexane (400 mL), 20% Acetone : Hexane
(300 mL), 30% Acetone : Hexane (300 mL), 40% Acetone : Hexane (300 mL), 50% Acetone : Hexane (300
mL), 60% Acetone : Hexane (300 mL), 70% Acetone : Hexane (300 mL), 90% Acetone : Hexane (300 mL),
100% Acetone (400 mL), 30% MeOH : Acetone (400 mL), 50% MeOH : Acetone (400 mL), 70% MeOH :

Acetone (400 mL) ka2 100% MeOH (500 mL) WaIaINTINEINBITTENAN W lauanduanuuana e e3s
TLC wuinle@uvedansana 7 fractions (ED1-ED7) ﬁagﬂﬁ 16

EC3 fraction
562.3 mg

Column Chromatography

Acetone:Hexane, Acetone:MeOH

! ! ! ! ! ! }

ED1 ED2 ED3 ED4 ED5 ED6 ED7
32.6 mg 80.9 mg 57.4 mg 137.7mg 50.7 mg 37.7 mg 929¢g

g‘ﬂﬁ 16. NMIUUNEIVAIRINVBIRIIANG EtOAC-C3 @78 column chromatography
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Wnnnnasanyilduds ansueniouen uazirauveIgmanfteunnliusnvasudasdiunal
§138N@ ED1-ED7 ugadluana9f 14 uazansmznisuanvaiansiniuasdlsznauunu TLC 189ns 7 fractions

Aken e UEAIGIFLN 17

@137197 14. IS anwoeMgwen uazaauesIpmentenifnlsuen fraction ED1-ED7

Fraction i'gmmﬂﬁauﬁ Yiwin (mg) | anwamcaIIENA
ED1 100% Hexane — 7% Acetone : Hexane 0.0326 FIRRAIDNFY
ED2 10% Acetone : Hexane 380 mL 0.0809 YDILTIRFN
ED3 | 10% Acetone : Hexane 120 mL 0.0574 Pa9udv§IN T80
ED4 | 10% Acetone : Hexane 350 mL 0.1377 Pa3udeFann
ED5 10% Acetone : Hexane 450 mL — 15% Acetone : Hexane 0.0507 2P IudIFV1IN T
ED6 20% Acetone : Hexane — 30% Acetone : Hexane 0.0377 PIudyFT1I0N T80
ED7 | 40% Acetone : Hexane — 100% MeOH 0.0929 AP (SRS

1 234567 1 23 4567
A B C D

gﬂﬁ 17. TLC chromatograms YDIFIWVAIENIRNA ED1-ED7
Solvent system : MeOH : CH,CI, [1:9]
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

4.3.1.6 mmﬂnmiaanqn§n10%’;m‘m%aaei’mmaammﬁ'ﬂ EtOAc-D4 (ED4)

LEN§IUVBIENSENa ED4 1nwiin 0.1377 n3u ¢285% column chromatography Iml"ﬁi’gmﬂmﬁ
\ilu silica gel (Grade 7734, 70-230 mesh, 30 g) wazlFigmaniadauiiaUEITURIR 100% Hexane (100
mL), 5% Acetone : Hexane (200 mL), 7% Acetone : Hexane (300 mL), 10% Acetone : Hexane (800 mL),
15% Acetone : Hexane (300 mL), 20% Acetone : Hexane, 30% Acetone : Hexane, 50% Acetone : Hexane,
70% Acetone : Hexane, 90% Acetone : Hexane, 100% Acetone, 50% MeOH : Acetone 881482 200 mL Lz
100% MeOH (400 mL) WaIaNTINEINTBITNIENAT e lasanduanuLandInio3s TLC wuildduuas

[

§n3a7ia 7 fractions (EE1-EE7) @9qufl 18
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ED4 fraction
0.1377 g

Column chromatography

Acetone:Hexane, MeOH:Acetone

A A A A A A A

EE1 EE2 EE3 EE4 EE5 EE6 EE7
2.5 mg 7.2 mg 74.1 mg 11.8 mg 8.2 mg 1.8 mg 22.0 mg

gﬂﬁ 18. MILUNENIVDIFINVAIRNIIANG EtOAC-D4 628 column chromatography

Wminuasaninlduis snsmzniouen uszsauvasIpaaefanniliusnvasudazdiusad
f1I8NA EE1-EE7 waadlua3n9n 15 wasansmen1swenuadsnsiiiuasdisznauun TLC waIng 7 fractions
IECREARTRE

@139 15. USNoh anwaMenan uazsauesIpmMeaLaaawinltuen fraction EE1-EE7

Fraction i'gmﬂmﬁauﬁ ¥win (9) ANBWHLE1IENA
EE1 100% Hexane — 7% Acetone : Hexane 0.0025 N ENAE R RR
EE2 10% Acetone : Hexane 200 mL 0.0072 N ENAE(RTe)

EE3 10% Acetone : Hexane 400 mL 0.0741 NIFU7
EE4 10% Acetone : Hexane 0.2 L — 20% Acetone : Hexane 0.0118 Y IuTIFDEN
EE5 30% Acetone : Hexane 0.0082 209udvR T80
EE6 50% Acetone : Hexane 0.0018 SN STHR
EE7 70% Acetone : Hexane — 100% MeOH 0.0220 SN STHRIVGLE
1 2 345 67 1 2 345 6 7

A B C D

gﬂﬁ 19. TLC chromatograms YDIFIUVBIENIRNA EE1-EE7
Solvent system : MeOH : CH,ClI, [1:9]
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

a ° a

o b4 o a a v WV v a £
RIUVDIRNIENG EE3  w1AuwN 741 URANTV mmmwﬁnl%u%mimqﬂﬁdaﬂwmnﬂuwﬁﬂ%ma

Wmnn 91%10% compound 2
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43147 NSHENEITOONGNANITININVDIVDIRINYBIENTENA EtOAC-BE Waz EtOAC-BEp
(EB6+EB6p)

ndauU9981 747 AT EB6 UAL EB6p Hniingau 2.7945 n¥u NLENABA2E3T column
chromatography lagl#ignansfiilu siica gel (Grade 7734, 70-230 mesh, 80 g) uazlfigmamaindaudi
ANUEGUAIT 100% CH,CL, (400 mL), 3% MeOH : CH,CL, (750 mL), 5% MeOH : CH,CL, (800 mL), 10%
MeOH : CH,CL, (500 mL), 15% MeOH : CH,CL, (500 mL), 20% MeOH : CH,CL, (500 mL), 25% MeOH :
CH,CL, (600 mL), 30% MeOH : CH,CL, (300 mL), 40% MeOH : CH,CL, (300 mL), 50% MeOH : CH,CL, (300
mL), 70% MeOH : CH,CL, (300 mL), 90% MeOH : CH,CL, (300 mL), 100% MeOH (800 mL) A& INTINEIU
yosgsanan lalagoduanuuandsaisds TLC wuinldsmassnsana 10 fractions (EF1-EF10) é’agﬂﬁ' 20

EB6+EBG6p fractions

27945 g
Column chromatography
CH,CI, : MeOH
v v v v v v v v v l
EF1 EF2 EF3 EF4 EF5 EF6 EF7 EF8 EF9 EF10

77.0mg || 33.5mg | |634.7mg| | 368.3mg| | 721.4mg| |224.5mg| | 50.2 mg 59.7 mg | |125.9mg| | 197.2mg

gllﬁ 20. MILLNRIIVAIFINVAIENIRNA EtOAC-B6 Laz B6p 918 column chromatography

Wminuasaninlduis snsmzniouen uszsauvasIpaaefanniliusnvasudazdiusad
RIIANA EF1-EF10  WRAIIUAITNN 16 WazanBmenIThanv89a1InluadfUsenauun TLC  2aInd 10
fractions NANWATAzNEUALYN L6 L&AIaazUN 21

@15191 16. USums AnwmeAouan uazdauvesIgmeaafeunlguen fraction EF1-EF10

Fraction i'gmmﬂﬁauﬁ ‘Lf’mﬁﬂ(mg) ANBULEITENA
EF1 100% CH,Cl, 400 mL — 3% MeOH : CH,Cl, 60 mL 0.0770 HITLT
EF2 3% MeOH : CH,Cl, 90 mL 0.0335 RERTHPIGIEY
EF3 3% MeOH : CH,Cl, 90 mL 0.6347 IR
EF4 3% MeOH : CH,Cl, 120 mL 0.3683 IR
EF5 3% MeOH : CH,CI, 390 mL 0.7214 2duTIFINIUWD 87
EF6 5% MeOH : CH,Cl, 570 mL 0.2245 2 IudIRITI TN

5% MeOH : CH,Cl, 230 mL — L
EF7 0.0502 AAERTHP LRI
7% MeOH : CH,Cl, 110 mL

EF8 7% MeOH : CH,CI, 110 mL 0.0597 I8N

10% MeOH : CH,Cl, 500 mL — L
EF9 0.1259 fIFTen
25% MeOH : CH,Cl, 600 mL

EF10 30% MeOH : CH,Cl, 300 mL — 100% MeOH 800 mL 0.1972 CAPT(LTHRIRIEY
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gﬂﬁ 21. TLC chromatograms YDIFIWVBIENIRNA EF1-EF10
Solvent system : MeOH : CH,CI, [1:9]
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

43.1.8 NUYNEITVONNENWTINNVBIFINVBIETENA EtOAC-F3, F4 Uaz F5
(EF3+EF4+EF5)

vhdauaesgsaniag EF3, EF4 uaz EF5 vveingan 17244 nFu unuensedeed® column
chromatography lasl3ign1aasfiilu siica gel (Grade 7736, 35-70 mesh, 52 g) uazldigmamaindaudi
ANENGUSIR 100% CH,CL, (500 mL), 1% CH,CL, : MeOH (400 mL), 3% CH,CL, : MeOH (200 mL), 5%
CH,CL, : MeOH (200 mL), 10% CH,CL, : MeOH (200 mL), 15% CH,CL, : MeOH (200 mL), 20% CH,CL, :
MeOH (200 mL), 30% CH,CL, : MeOH (200 mL), 40% CH,CL, : MeOH (100 mL), 50% CH,CL, : MeOH (100
mL), 60% CH,CL, : MeOH (100 mL), 70% CH,CL, : MeOH (100 mL), 90% CH,CL, : MeOH (100 mL), 100%
MeOH (500 mL) nasanudmsasssanad lalagandonnuuandisiieds TLC wuldswvesansana 8
fractions (EG1-EG8) fagufi 22

EF3+EF4+EF5 fractions
1.72 g
Column chromatography
CH,CI, : MeOH
EG1 EG2 EG3 EG4 EG5 EG6 EG7 EGS8

2.9 mg 3.0mg | |557.7mg| |360.0mg| [142.0mg| | 26.6 mg 94.0 mg | |388.7mg

gﬂﬁ 22. MILLNRITVAIFINVAIENIRNG EtOAC-F3, F4 Laz F5 628 column chromatography
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Wnnnnasanyilduds ansueniouen uazirauveIgmanfteunnliusnvasudasdiunal
§138N0 EG1-EG8 ugadluansngi 17 uazanwaensugnvassnsiidussdisznauun TLC 28903 8 fractions

NANWATAzNanNLYN Lo LLﬁmﬁogﬂﬁ 23

@13197 17. USms anwomMuuen uazsauesipmetafeniflsugn fraction EG1-EG8

Fraction 5’gmﬂl,ﬂ§aw7i ﬁﬂwﬁfﬂ(mg) ANBWHLEITENA
EG1 100% CH,Cl, 500 mL — 1% MeOH : CH,CI, 400 mL 2.9 noFdgrians
EG2 3% MeOH : CH,CI, 150 mL 3.0 ARG R b P IS THE)
EG3 3% MeOH : CH,Cl, 50 mL 557.7 VR R ETHRIR Y
EG4 5% MeOH : CH,Cl, 25 mL 360.0 ARG R B TSTH )
EG5 5% MeOH : CH,CI, 100 mL 142.0 ARG R B TSTH )
EG6 5% MeOH : CH,CI, 50 mL 26.6 ARG R BI IS
EG7 5% MeOH : CH,Cl, 25 mL 94.0 NIFL D801
EGS 10% MeOH : CH,Cl, 100 mL — 100% MeOH 500 mL 388.7 DR REATHEIS Y

FIUVBIFNTANG EG5 WAz EGB WNMHN 142.0 88NN 42 26.6 NAANTY ANAIAU K1A1anKNEN

@ . 1% a LA o & v &
Iaide methanol wazdichloromethane lénsuianafianumzidunangs1i slidu compound 3

12 34 5 6 78 12 34 5 6 78
A B Cc D

Eﬂﬁ 23. TLC chromatograms YDIRIUVIRNIRNA EG1-EG8
Solvent system : MeOH : CH,CI, [1:9]
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

4319 MIUENEITEANNENTININYDIVBIFINVIFETENA EtOAC-G4 (EG4)

vih@91a89817678 EG4 1nvin 360.0 FIAANFN uNLensadaeRa column chromatography lasldiy)
maasfily silica gel (Grade 7734, pore size 100°A, 70-230 mesh, 55 g) LL@:l“Ei’gﬂ']ﬂﬂ']ﬂm'é"auﬁmwﬁ’]ﬁu
3% 100% CH,Cl, (200 mL), 1% MeOH : CH,Cl, (200 mL), 3% MeOH : CH,CI, (300 mL), 5% MeOH : CH,Cl,
(300 mL), 7% MeOH : CH,Cl, (200 mL), 10% MeOH : CH,Cl, (200 mL), 20% MeOH : CH,Cl, (200 mL), 30%
MeOH : CH,Cl, (300 mL), 40% MeOH : CH,Cl, (100 mL), 50% MeOH : CH,Cl, (200 mL), 70% MeOH :
CH,Cl, (200 mL), 90% MeOH : CH,Cl, (200 mL) uaz 100% MeOH (500 mL) #8391n38duass13anad la

laganduanuuana19de3s TLC wuinldausasansana 8 fractions (EH1-EHS) a9z 24
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EG4 fraction

360.0 mg
Column chromatography
MeOH:CH,CI,
v v v v v v v v
EH1 EH2 EH3 EH4 EH5 EH6 EH7 EH8

148mg| |204 mg | [44.8mg| |173.1mg 176 mg| | 12.4 mg 7.0 mg 35.9 mg

gﬂﬁ 24. MILLNRIIVAIFINVBIENINNG EtOAC-G4 @28l column chromatography

Wnnnnasanyilduds ansueniouen uazdrauveIgmanfteunnliusnvasudasdiunal
§138Na EH1-EH8 ugailua1s9f 18 uazansmznisuanvasansiiuasdlsznauunu TLC w8 8 fractions

NANWATAzNanNLYN Lo LLﬁmﬁogﬂﬁ 25

@19197 18. USunmh ANwazIouan uazfauvasipmaeiounnlgduen fraction EH1-EH8

Fraction "'a'g)mmﬂﬁ;a%ﬁ ﬁwﬁfﬂ(mg) ANHWHLEITENA
EH1 100% CH,Cl, 200 mL — 3% MeOH : CH,Cl, 200 mL 14.8 PIWTIF?
EH2 3% MeOH : CH,CI, 50 mL 20.4 2P IUTIFV?
EH3 3% MeOH : CH,Cl, 50 mL 44.8 P IUTIFV?
EH4 5% MeOH : CH,CI, 50 mL 173.1 P IUTIFV?
EH5 5% MeOH : CH,Cl, 100 mL 17.6 P IUTIFV?
EH6 5% MeOH : CH,Cl, 150 mL 12.4 P IUTIFV?
EH7 7% MeOH : CH,CI, 100 mL 7.0 PIUTIFT
EH8 7% MeOH : CH,Cl, 100 mL — 100% MeOH 500 mL 35.9 2IuDIF?

12345678 12345678
A B c D

3111 25. TLC chromatograms 28483%2848138Ma EH1-EH8
Solvent system : MeOH : CH,CI, [1:9]
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

é = 1 -
4.31.10 NSUENETDINYNENBTININVBIVBIEINVBIEIENA EtOAC-GT+EG8 (EGT+EGS)
INFINVDIRITENG EG7  ¥N1BN 0.0940 NIV LAz EG8 3N11hn 0.3887 NIN NLENAa@83T

column chromatography I@Ulﬁi’gmﬂmﬁlﬂu silica gel (Grade 7734, pore size 100°A, 70-230 mesh, 55 9)
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uaclFigmananfoufiawdGLaIN 100% CH,Cl, (100 mL), 1% MeOH : CH,Cl, (100 mL), 5% MeOH :
CH,Cl,, 7% MeOH : CH,Cl,, 10% MeOH : CH,Cl,, 15% MeOH : CH,Cl,, 20% MeOH : CH,Cl,, 30% MeOH :
CH,Cl,, 50% MeOH : CH,Cl,, 70% MeOH : CH,Cl, 881982 200 mL uaz 100% MeOH (500 mL) #§391NTIW

fIUVBIENTANAT L lANAUANNLANGIAIEAT TLC wuinldsiuvadansana 8 fractions (EI1-EI8) a3 26

EG7+EGS fractions

0.4827 g
Column chromatography
MeOH:CH,Cl,
h 4 \ 4 \ 4 \ 4 A 4 \ 4 \ 4
El1 El2 EI3 El4 EI5 El6 EI8

104 mg| 209 mg | [36.2mg| |29.4 mg 6.9 mg

61.4 mg 5.3 mg 152.5mg

gﬂﬁ 26. MILLNRIIVAIFINVDIENINNG EtOAC-G7 Uae G8 628 column chromatography

Wminuasaninlduis snsmzniouen uszdiauvesIpaaefaunliusnvasudazdiunad

TN EIM-EI8 Laadlua13197 19 wazanumenshenuaIan nduasnlsznauun TLC ¥aIng 8 fractions 7

wen e WEAIAIFUN 27

@19197 19. USunmh aNwmzIouan uazdauvasipmeaefeunnlgduen fraction EI-EI8

Fraction "'ig)mmﬂsa%ﬁ fﬁﬁﬁn(mg) ANBULEIIINN
El 100% CH,Cl, — 7% MeOH : CH,Cl, 50 mL 0.0104 2IuTIFIN
EI2 7% MeOH : CH,CI, 100 mL 0.0209 289ud9FV1?
EI3 7% MeOH : CH,CIl, 50 mL 0.0362 289uT9§V1?
El4 10% MeOH : CH,CI, 50 mL 0.0294 289ud9§V1?
EI5 10% MeOH : CH,CI, 100 mL 0.0069 289uT9§V1?
El6 10% MeOH : CH,Cl, 50 mL 0.0614 N NSRL k)
EI7 15% MeOH : CH,CI, 50 mL 0.0053 2IUTIF7
El8 15% MeOH : CH,Cl, 150 mL — 100% MeOH 0.1525 PIuTITARD
12345678 12345678
A B c D
gﬂﬁ 27. TLC chromatograms 2848uU8Ix138Na EI1-EI8
Solvent system : MeOH : CH,CI, [1:9]
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm
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4.3.1.11 msu,smmiaanzm§ﬂﬁa§1ﬂ1wwaawaadn%waamsaﬁ‘ﬂ EtOAc-A5 (EAS5)

Yid9118981987 A EAS 1wt 2.36 nFu nlensadaeda column chromatography lagldigne
asfiilu silica gel (Grade 7734, pore size 100°A, 70-230 mesh, 80 g) uazlfigmaniadauficus U
100% CH,Cl, (1.4 L), 1% MeOH : CH,CI, (400 mL), 3% MeOH : CH,Cl, (400 mL), 5% MeOH : CH,CI, (900
mL), 7% MeOH : CH,CI, (600 mL), 10% MeOH : CH,Cl, (1.4 L), 20% MeOH : CH,CI, (500 mL), 30% MeOH :
CH,Cl, (500 mL), 40% MeOH : CH,Cl, (400 mL), 50% MeOH : CH,Cl, (400 mL), 60% MeOH : CH,CI, (400
mL), 70% MeOH : CH,CI, (400 mL), 80% MeOH : CH,Cl, (300 mL), 90% MeOH : CH,Cl, (300 mL) W&z
100% MeOH (1.7 L) WRIMNIINFINVIENTAN AT be Lz adaanuLanaidaeds TLC wuinlddinuasas
&N@ 8 fractions (EJ1-EJ8) ﬁagﬂﬁ 28

EAS5 fraction
2.36¢g

Column Chromatography
50% MeOH : H,O

\ \ \ Y \ \J y /
EJ1 EJ2 EJ3 EJ4 EJ5 EJ6 EJ7 EJ8

65.7 mg 62.9 mg 241.4 mg 882 mg | | 208.7mg | 4834 mg| |840.1 mg|| 237.9 mg

gﬂﬁ 28. MILLNRIIVAIFINVAIENIRNA EtOAC-A5 @78l column chromatography
Wminuasaninliduis ansmzniouen uszdiauvesIpnaefeunliuenuaiudazdiunad
813aNA EJ1-EJ8 uaadlua1199 20 uazanwmensuanaadansniduesflsznauun TLC 28914 8 fractions 7

wen le WAAIGITLN 29

@13197 20. US4 ANBoMEReN uazs1auesIpMeaaeniflsugn fraction EJ1-EJ8

Fraction "'ig)mmﬂﬁ'a%ﬁ wwiin (mg) ANBULEIIENN
EJ1 100% CH,Cl, — 3% MeOH : CH,Cl, 100 mL 65.7 289Ul T Te8a%
EJ2 3% MeOH : CH,CI, 300 mL 62.9 289U FeN
EJ3 5% MeOH : CH,CIl, 50 mL 241.4 289udIFV1I 0N T8
EJ4 5% MeOH : CH,CI, 100 mL 88.2 289uT9§V1?
EJ5 5% MeOH : CH,CI, 750 mL 208.7 PaIudIFI U
EJ6 7% MeOH : CH,Cl, — 10% MeOH : CH,Cl, 750 mL 483.4 vasudedidganinms
EJ7 10% MeOH : CH,CI, 650 mL — 30% MeOH : CH,Cl, 840.1 SN INGTRISIEY
EJ8 40% MeOH : CH,Cl, — 100% MeOH 237.9 Yasudsiinanaanden

39




123456738 12345678
A B Cc D
gﬂﬁ 29. TLC chromatograms YDIFINVAIENIRNA EJ1-EJ8
Solvent system : MeOH : CH,CI, [1:9]
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

4.3.1.12 n’mmnmsaanm§mai’nmwmawaad'mmmmsaﬁh EtOAc-J3 LLaz J4 (EJ3+EJ4)

ihdmasanIana EJ3 iawin 0.2414 n3y uazansana EJ4 iawin 0.0882 n3u anusndadieds
column chromatography I@ﬂl‘ﬁgﬂ’mmﬁﬂu silica gel (Particle size: 40-63um, 230-400 mesh, 80.16g) Lo
’Lﬂﬁ*a”gmﬂmﬂm‘éauﬁmuﬁwﬁuﬁqﬁ 100% CH,Cl, (400 mL), 1% MeOH : CH,Cl, (1200 mL), 2% MeOH :
CH,Cl, (800 mL), 3% MeOH : CH,Cl, (8000 mL), 5% MeOH : CH,Cl, (800 mL), 10% MeOH : CH,Cl, (500
mL), 15% MeOH : CH,Cl, , 20% MeOH : CH,Cl,, 30% MeOH : CH,Cl,, 50% MeOH : CH,Cl,, 70% MeOH :
CH,Cl, ,90% MeOH : CH,Cl, 8£19a2 400 mL uaz 100% MeOH (500 mL) #a39nTIndInaIs1sanadn e

laganduanuuana1dae3s TLC wuinldsusedsansana 6 fractions (EK1-EK6) a931l71 30

EJ3+EJ4 fraction
0.3296 g

Column Chromatography

MeOH:CH,Cl,
EK1 EK2 EK3 EK4 EK5 EK6
8.8 mg 53 mg 8.6 mg 81 mg 9.3 mg 103.2 mg

gﬂﬁ 30. NMIUYNIIIVBIRIBVDIENTRNA EtOAC-J3 Uaz J4 628 column chromatography

Wminuasaninlduis snsmzniouen uszdauvesIpaaefaunliusnvasudazdiunad
§138NA EK1-EK6 Uaadlua1aei 21 uasansmensuonvadansiiiuosddsznauun TLC 289Ny 6 fractions

LLamé’agﬂﬁ 31

@137197 21. USNo4 ANBaMEnen uaziauesIpMeanaawinlsuen fraction EK1-EK6

Fraction 5’gmﬂmﬁiauﬁ ¥win (9) ANHWHLEIIENG
EKA1 100% CH,Cl, — 1% MeOH : CH,Cl, 0.6 L 0.0088 fINIFVN0ULT 7
EK2 1% MeOH : CH,Cl, 0.6 L — 2% MeOH : CH,Cl, 0.2 L 0.0053 fINIFVN0ULT
EK3 2% MeOH : CH,Cl, 0.2 L 0.0086 FIHIFVI DN L
EK4 2% MeOH : CH,Cl, 0.4 L 0.0810 INIFVI DN
EK5 3% MeOH : CH,Cl, 0.4 L 0.0093 INIFVI DN
EK6 3% MeOH : CH,Cl, 0.4 L — 100% MeOH 0.1032 INIRVI DN
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1 2 345 6 1 2 345 6
A B Cc D
gﬂﬁ 31. TLC chromatograms YDIFIUVAIENIRNA EK1-EK6
Solvent system : MeOH : CH,CI, [1:9]
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

4.3.1.13 MIUENEITRANNENTINNVDIVDIFINVBIF158 A ELOAC-KE

idupassIana EK6 Hmin 0.1032 n3u wuandadasis column chromatography Tasld3y
maasiu silica gel (Particle size: 40-63 um, 230-400 mesh, 80.16 g) LL@zl%i’gﬂ']ﬂﬂ'lﬂLﬂé"auﬁmuﬁwé’u
&3l 100% CH,Cl, (400 mL), 1% MeOH : CH,Cl, (1200 mL), 2% MeOH : CH,Cl, (800 mL), 3% MeOH :
CH,Cl, (8000 mL), 5% MeOH : CH,Cl, (800 mL), 10% MeOH : CH,Cl, (500 mL), 15% MeOH : CH,Cl,, 20%
MeOH : CH,Cl,, 30% MeOH : CH,Cl,, 50% MeOH : CH,Cl,, 70% MeOH : CH,Cl, ,90% MeOH : CH,Cl, 8813
82 400 mL uaz 100% MeOH (500 mL) w839 N3 INsIuIaIsIsnad lalasarduanunandsaisds TLC

wun laauuedsansana 5 fractions (EL1-EL5) é’agﬂﬁ 32

EK®6 fraction

0.1032 g Column Chromatography
MeOH:CH,Cl,
\ A Y A Y
EL1 EL2 EL3 EL4 ELS

17.1 mg 23.5 mg 20.0 mg 14.1 mg 28.2 mg

gﬂﬁ 32. MILLNRIIVAIFINVAIENIRNA EtOAC-K6 628l column chromatography

Wminuasaninlduis snsmzniouen uszdauvesIpaaefaunliusnvasudazdiunad
8138NA EL1-EL5 waaslua1319M 22 wasanmenIsuanaadansnilluasflsenauun TLC wadnd 5 fractions
LEad0a3lM 33

813 EL2 uag EL 3 shananudnlnifanwaaduneiann 141w compound 4

@139 22. USNm4 ANwaMEwen uazaaUesIpMeaaaawifnlsuen fraction EL1-EL5

Fraction "'ig)mmﬂﬁauﬁ wwiin (mg) ANBUTHITENA
EL1 100% CH,Cl, — 1% MeOH : CH,Cl, 0.6 L 17.1 3TV NBUTEN
EL2 1% MeOH : CH,Cl, 0.6 L — 2% MeOH : CH,Cl, 0.2 L 235 ARETel
EL3 2% MeOH : CH,Cl, 0.2 L 20.0 ARESTal
EL4 2% MeOH : CH,Cl, 0.4 L 14.1 NIFNBULTEN
EL5 3% MeOH : CH,Cl, 0.4 L 28.2 NIFNBULTEN
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A B Cc D
gﬂﬁ 33. TLC chromatograms YDIFINVAIENIRNA EL1-EL5
Solvent system : MeOH : CH,CI, [1:9]
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

4.3.1.14 MIULNEITVINNENTININYDIVBIFINVBIF1TENA EtOAC-J5

YndnveIaIanA EJ5 1inmiin 0.2087 n3u anugneedasdE column chromatography Tagldiy
manafitdn silica gel (Particle size: 40-63 um, 230-400 mesh, 70.64 g)LLaﬂ%ﬁ‘gmﬂmﬂLﬂﬁauﬁmuﬁﬂé’u
3L 100% CH,C, (500 mL), 5% EtOAC : CH,Cl, (300 mL), 10% EtOAC : CH,CI,(1000 mL), 15% EtOAC :
CH,CI, (500 mL), 10% EtOAC : CH,CI, (3000 mL), 20% EtOAC : CH,CI,(500 mL), 25% EtOAC : CH,Cl,,
30% EtOAC : CH.CI,, 40% EtOAC : CH,Cl,, 50% EtOAC : CH,Cl,, 30% EtOAC : CH,CI,, 10% EtOAC :
CH,Cl,, 100% EtOAC,70% EtOAC : MeOH,50% EtOAC : MeOH, 30% EtOAC : MeOH Laz 100% MeOH
881982 300 ML WAIINIINEINVIENTANAT be lanarduanunanasdaeds TLC wuinldsuvesansana 6
fractions (EM1-EM6) era3ufi 34

E-J5 fraction
0.2087g Column Chromatography

MeOH:CH,CI,
Y Y \ A \ A \i Y
EM1 EM2 EM3 EM4 EM5 EM6
3.7 mg 6.7 mg 24.2 mq 4.3 mg 21.8 mg 27.3 mg

gllﬁ 34. MILLNRIIVAIFINVDIENINNG EtOAC-F5 @28 column chromatography

Wminuasanin ik ansmzniouen uazaauvadIpaaefannfliusnvasudazaiusad
§38NA EM1-EM6 uaadlua3nsi 23 uazansmenisusnvassnsiiduasdlsznauum TLC 28919 6 fractions
W§e99931N 35

@139 23. USNm anwozMguen uazsauadIgmMeaefeuiflsugn fraction EM1-EM6

Fraction 5’gmm,ﬂ§'aw7i wwiin (9) ANHWHTEITENG
EM1 100% CH,Cl, — 10% EtOAC : CH,Cl, 0.0037 fINIRY LU
EM2 10% EtOAC : CH,CI, 0.7 L 0.0067 ET’]?NG%‘II’]’H!%
EM3 15% EtOAC : CH,CI, — 20% EtOAC : CH,CI, 2 L 0.0242 E*T’]SNG%‘II’]’J?.!%
EM4 | 20% EtOAC : CH,Cl, 1L — 30% EtOAC : CH,Cl, 0.0043 INIFIIT
EM5 60% EtOAC: CH,CI, — 100% EtOAC 0.0218 ﬁ’]SNG%‘U’]’J‘Iju
EM6 70% EtOAC : MeOH — 100% MeOH 0.0273 RINIFLARDIB O

42




1 2 3456

A

1

23456
c D

gﬂﬁ 35. TLC chromatograms YDIFIWVDIENIFNA EM1-EM6
: MeOH : CH,CI, [1:9]
:A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

Solvent system

Detector

J 1 Q
4.3.1.15 n1ugnd1Iaanyn NN NBIVDIAINDIRITENG EtOAC-J6

WEIUVEIENIENA EJ6 WIMTN 0.4834 N3N wuendadisd column chromatography lagldag

mansiilu silica gel (Particle size: 40-63 um, 230-400 mesh, 55.6 g) LLaﬂ‘f’?QmﬂmﬂLﬂﬁauﬁ@nuéﬁﬁuﬁdﬁv
100% CH,Cl, (800 mL), 1% MeOH : CH,Cl, (500 mL), 2% MeOH : CH,Cl, (500 mL), 3% MeOH : CH,Cl,
(2000 mL), 4% MeOH : CH,Cl, (1000 mL), 5% MeOH : CH,Cl, (500 mL), 10% MeOH : CH,Cl, (300 mL),
20% MeOH : CH,Cl,, 30% MeOH : CH,Cl,, 50% MeOH : CH,Cl,, 70% MeOH : CH,Cl, ,90% MeOH : CH,Cl,
989z 200 mL W&z 100% MeOH (500 mL) #a191NTINGIuVaIE38Ma (fraction) 7ildlasanduanuuandis

(3

3T TLC wuinldsiuvasansana 10 fractions (EN1-EN10) ﬁagﬂﬁ 36

EJ6 fraction
0.4834g Column Chromatography
MeOH:CH,CI,

Y A A A A A A \ \ \
EN1 EN2 EN3 EN4 EN5 EN6 EN7 EN8 EN9 EN10
4.9 mg 1mg 9.1 mg 0.4mg 10.4 mg 14 mg 5.2 mg 10.4 mg 46.5 mg 204.8 mg
Y Y Y Y
EN6c EN7c EN8c EN9c
4.5 mg 4.4 mg 9.6 mg 31.5 mg

gﬂﬁ 36. MILLNRIIVAIFINVAIENIRNA EtOAC-J6 @28 column chromatography

fractions meé'\‘lgﬂﬁ 37

WRAILUANI1IN 24

Wminuasaninliuis ansmzniouen uszdrauuesIpnaefeunliuenuaiudazdIunad

§138N@ EN1-EN10 LRZANHIATATHENVBIFNINIDUaIAUzNaUUK TLC  UaINng 10

Lo

§IUVIRIIENG EN8c Waz EN9c WWHn 9.6 Laz 31.5 Uaanu ﬂﬂN&eﬂl%ﬂqﬁﬁﬂiﬂ%ﬁ;ﬂﬁMﬂﬂﬁm:

WWunanFU 1wudsiny EN6c waz EN7c 11 compound 5
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@13197 24. US04 ANBIM RN LazEaUBDIIpIaIARawiNlTuen fraction EN1-EN10

Fraction ’h’gmmﬂﬁauﬁ' Wwiin (9) ANBWLI1IENA
EN1 100% CH,Cl, — 2% MeOH : CH,Cl, 0.0049 CTGRRIT P (ST LMY
EN2 3% MeOH : CH,Cl, 700 mL 0.0010 RIINIFV?

EN3 3% MeOH : CH,Cl, 500 mL 0.0091 RINIFV?
EN4 3% MeOH : CH,Cl, 500 mL 0.0004 RINIFV?
EN5 3% MeOH : CH,CI, 500 mL 0.0104 FIHITUN
EN6 | 3% MeOH : CH,Cl, 200 mL— 4% MeOH : CH,Cl, 0.0140 | &Iu9FU
EN6c | 3% MeOH : CH,Cl, 200 mL— 4% MeOH : CH,Cl, 0.0045 | &IHIFUN
EN7 | 4% MeOH : CH,Cl, 0.0052 | 8NIHIFVI7
EN7c | 4 % MeOH : CH,Cl, 0.0044 | &IH9FI
ENS 4% MeOH : CH,Cl, 0.0104 RINIFV?
EN8c | 4% MeOH : CH,CI, 0.0096 fINIFV?
ENO 4% MeOH : CH,Cl, - 5% MeOH : CH,Cl, 0.0465 RINIFV?
EN9c | 4% MeOH : CH,Cl, - 5% MeOH : CH,Cl, 0.0315 RINIFV?
EN10 | 5% MeOH : CH,Cl, -100%MeOH 0.2048 MINITDDIDUARDY

1 2 3 45 6 6c7 7c8 8 9 910

A

1 2 3 45 6 6c7 7c8 8 9 910

Cc

3111 37. TLC chromatograms 289&112848138MA EN1-EN10

Solvent system

Detector

: MeOH : CH,Cl, [1:9]

A =UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

44




= o «
4.3.2 nsugnd@IIaaNgN SN9TINNVBIFNTENALNNIWD AV DY ﬂaﬂlﬁ“ﬂ?qf%

4.3.21 NMUYNAIIANALNNIWOA

LUNEIRNALUMBEATBIBDAIETIaTUINWUN 64.56 NTW 1875 quick column  chromatography

I@ﬂl“ﬁi’gmﬂmﬁlﬂu silica gel (Grade 7734, 70-230 mesh, 400 g) LLazlﬂﬁi'gmﬂmﬂmﬁauﬁLﬂu 100%
CH,Cl, 2.5 53, 5% MeOH : CH,Cl,, 10% MeOH : CH,Cl,, 20% MeOH : CH,Cl,, 30% MeOH : CH,Cl,, 50%

MeOH : CH,Cl,, 70% MeOH : CH,Cl, 881982 2 8017 Uaz 100% MeOH 4 807 @USIAU WAIINTINEIUY

ssanafldlasarduanuuaneddisds TLC woinlddiusasanana 8 fractions (MA1-MA8) a13U7 38

MeOH extract
64.56 g

Quick Column Chromatography
MeOH : CH,ClI,

v

v

v v v

v v

MA1

MA2

177.8mg || 108.1mg

MA3 MA4 MAS5 MAG6
231.5mg || 551.0mg || 530.8mg || 352.1mg

MAGc
10.6 mg

MA7 MA8
1842 g || 2756 g

31lﬁ 38. mMIynN®1IVad MeOH extract ma&aamaﬁ@‘guﬁm quick column chromatography

WnsnrasNinlduds anwmzniouen uazaauvadIpaaefanniliusnyasudazaIusad

f138Na MAT-MA8 LazHANINNEIUVBIRNTANA MAG (MABC) LEASIANTI9N 25 LazANEMeNILaNYIaNIN

WJuasadsznauun TLC VaI&IuuaIRIIENANY 8 fractions LasHWAN MABC LLamﬁagﬂﬁ 39

@139 25. USNoh AnwaMenan uazaauadIpMaeRawiflduen fraction MA1-MAS

Fraction i'gmmﬂg\:auﬁ wwiin (9) ANWULEITENA
MA1 100% CH,Cl, 0.1778 iumnaesls
MA2 5% MeOH : CH,Cl, 0.1081 PGP LIY
MA3 10% MeOH : CH,Cl, 0.2315 AP (MIRIRIEY
MA4 20% MeOH : CH,Cl, — 30% MeOH : CH,Cl, 500 mL 0.5510 QP (GTHIRIEY
MA5 30% MeOH : CH,Cl, 1.5 L 0.5308 fInhadinaaeNlen
MAG 50% MeOH : CH,CI, 0.3521 PG (RTIRIRIE RIS Tal
MA6c | 50% MeOH : CH,Cl, 0.0106 WanF 7Y
MA7 70% MeOH : CH,CI, 18.42 QPN (ETHRIGIEY
MAS 100% MeOH 27.56 mywiladiima
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Solvent system : MeOH:CH,CI, [1:9]

1234566c7 8 1234566c7 8 1234566c78
Solvent system : MeOH:CH,CI, [3:7]

1234566c7 8 1234566c7 8 1234566¢c7 8
A B Cc D E

3111 39. TLC chromatograms 2898112848138MA MA1-MAS

Detector: A = UV 254 nm, B = UV 366 nm, C = White light, D = 30% H,SO, / UV 366 nm, E = 30% H,SO,

4.3.2.2 mmsmmiaanzm§ﬂﬁa%1nﬂwwaadaumaaa1saﬁ'ﬂ MeOH-A4 (MA4)

LINEIUTBIENTERA MA4 W% 0.5510 n3W ¢283% column chromatography Iﬂﬂl‘ﬁi’gmﬂmﬁ
\ilw silica gel (Grade 7734, 70-230 mesh, 55 g) uazldignianaadeuiiaudm U 100% Hexane (100
mL), 10% EtOAc : Hexane (100 mL), 20% EtOAc : Hexane (100 mL), 30% EtOAc : Hexane (100 mL), 40%
EtOAc : Hexane (200 mL), 50% EtOAc : Hexane (400 mL), 60% EtOAc : Hexane (400 mL), 70% EtOAc :
Hexane (700 mL), 72% EtOAc : Hexane, 75% EtOAc : Hexane, 80% EtOAc : Hexane, 85% EtOAc : Hexane,
90% EtOAc : Hexane, 95% EtOAc : Hexane, 100% EtOAc (600 mL), 5% MeOH : EtOAc, 10% MeOH :
EtOAc, 15% MeOH : EtOAc, 20% MeOH : EtOAc, 30% MeOH : EtOAc, 50% MeOH : EtOAc, 70% MeOH :
EtOAc 88198z 200 mL Uaz 100% MeOH (500 mL) wasnMudnsasssnanlalagardaanuuanan
833 TLC wuinldsuvasansana 10 fractions (MB1-MB10) @T«gﬂﬁ 40

M-A4 fraction
0.5510 g

Column Chromatography
EtOAc : Hexane, MeOH : EtOAc

v ! v v v v v v v v

MB1 MB2 MB3 MB4 MB5 MB6 MB7 MB8 MB9 MB10
159 mg || 51 mg || 3.2mg || 11.3 mg |[147.2mg || 93.7 mg || 30.2 mg || 32.4 mg || 80.6 mg || 105.8mg

gﬂﬁ 40. NIULENFIIVAIEIUVBIENIRNG MeOH-A4 628 column chromatography
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Wnnnnasanyilduds ansueniouen uazirauveIgmanfteunnliusnvasudasdiunal
§198Na MB1-MB10  ug@adluan3nif 26 uazansuznsugnvasansiiiuosddsznauun TLC wa9n3 10

fractions LLamé’ogﬂﬁ 41

@19197 26. US4 ANBIZILUIN uaziIaLVaIIgIaeReuinlguan fraction MB1-MB10

Fraction "b'gmmﬂﬁauﬁ Wwin (@) | anmpmeasanm
MB1 100% Hexane — 30% EtOAc : Hexane 0.1 L 0.0159 | 2a3udIRITyI80H
MB2 | 40% EtOAc : Hexane 0.35 L 0.0051 ATURI 80
MB3 | 40% EtOAc : Hexane 0.05 L 0.0032 | ANURIBIdaH
MB4 | 40% EtOAc : Hexane 0.1 L 0.0113 | 28dudvFTdan
MB5 | 50% EtOAc : Hexane — 60% EtOAc : Hexane 0.25 L 0.1472 | v09udiFiIza80w

MB6 60% EtOAc : Hexane 0.15 L — 70% EtOAc : Hexane 0.55 L 0.0937 YpIWDITAIEDU

MB7 | 70% EtOAc : Hexane 0.15 L — 72% EtOAc : Hexane 0.0302 | 28dudiFiToadean
MB8 | 75% EtOAc : Hexane — 95% EtOAc : Hexane 0.0324 | Pa3udiFToI80H
MB9 | 100% EtOAc — 10% : MeOH : EtOAc 100 mL 0.0806 | VaIuTIRITLIBOH
MB10 | 10% : MeOH : EtOAc 100 mL — 100% MeOH 0.1058 | VaIuTIRDBTY

Solvent system : EtOAc : Hexane [7:3]

12345678910 12345678910
Solvent system : MeOH : EtOAc [1:9]

12345678910 12345678910
A B C D

3111 41 TLC chromatograms 284871428481387A MB1-MB10

Detector: A = UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm
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4323 NMUENEITONONENTININVBIEIRVBIFITENA MeOH-B5 uaz B6 (MB5+MB6)

LENFINBIENTANA MB5 M%n 01472 N3U uaz MB6 Wwmein 0.0937 n3u 83 column
chromatography laul#igmansfiiilu silica gel (Grade 7734, 70-230 mesh, 25 g) uazlfignamaiadaud
ANUENGUSIR 100% CH,Cl, (200 mL), 1% MeOH : CH,Cl, (300 mL), 3% MeOH : CH,C, (400 mL), 5%
MeOH : CH,Cl,, 10% MeOH : CH,Cl,, 15% MeOH : CH,Cl,, 20% MeOH : CH,Cl,, 30% MeOH : CH,Cl,, 40%
MeOH : CH,Cl,, 50% MeOH : CH,Cl,, 70% MeOH : CH,Cl,, 90% MeOH : CH,Cl, 8t198% 300 mL uaz 100%
MeOH (800 mL) #8391n32u8Iusa9anIanan e laganduanuuanassiods TLC wuinldsguvasasania 5
fractions (MC1-MC5) di93u/f1 42

MB5+MB6 fractions

0.2409 g
Column Chromatography
MeOH : CH,CI,
S N S S
MCA1 MC2 MC3 MC4 MC5

6.0 mg |[107.7mg|| 59.8 mg |[ 26.0 mg || 12.3 mg

gllﬁ 42, NIULNFITVAIEIUVDIRNIING MeOH-B5 Waz B6 @28 column chromatography

Wnnnnasanyilduds ansueniouen uazirauveIgmanfteunnliusnvasudasdiunas
R1IRNA MC1-MC5 L&AIIWAITIIN 27 LazanBmeNITLanTa9813M a8 Usenauun TLC 1893 5 fractions
LEAIAIFLN 43

@139 27. US4 AnBaMEwen uaziauesIpMeanaewinlsuen fraction MC1-MC5

Fraction 5’gmmﬂ§awﬁ' Wwiin (9) ANBWHLEITENG
MC1 100% CH,Cl, — 1% MeOH : CH,Cl, 0.0060 ATIUMLsI80U
MC2 3% MeOH : CH,CIl, 200 mL 0.1077 2T L8
MC3 3% MeOH : CH,CIl, 200 mL — 5% MeOH : CH,Cl, 0.0598 NN REAHE BRI
MC4 10% MeOH : CH,Cl, — 15% MeOH :CH,Cl, 0.0260 209Ul FTeda%
MC5 20% MeOH : CH,Cl, — 100% MeOH 0.0123 DN RESTHRIN BN
1 2 3 4 5 1 2 4 5

A B c D

gﬂﬁ 43. TLC chromatograms UaJ&I%UI&138Na MC1-MC5
Solvent system : MeOH : EtOAc [0.5:9.5]
Detector : A =UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm
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4324 NUENEITOONONENTININVBIYBIRINVBIFTENA MeOH-C2 (MC2)

idnvasaTania MC2 1iwmin 0.1077 n3u s uendadisds column chromatography lagldig
manafitn silica gel (Particle size: 40-63um, 230-400 mesh, 20 g) LLaﬂ%’S’gmﬂmﬂmﬁauﬁmuﬁwﬁué’oﬁf
100% CH,Cl, (100 mL), 1% MeOH : CH,Cl, (800 mL), 2% MeOH : CH,Cl, (300 mL), 3% MeOH : CH,CI,
(300 mL), 4% MeOH : CH,Cl, (300 mL), 5% MeOH : CH,Cl, (300 mL), 7% MeOH : CH,Cl, (300 mL), 10%
MeOH : CH,Cl, (300 mL), 15% MeOH : CH,Cl, (300 mL), 20% MeOH : CH,Cl, (200 mL), 30% MeOH :
CH,Cl, (100mL), 50% MeOH : CH,Cl, (100mL), 70% MeOH : CH,Cl,(100mL), 90% MeOH : CH,Cl,(100mL)
a8z 100% MeOH (200 mL) WRIMNIINFIUVIFIRNAT L lanardaananandIdads TLC wuinleddimu
283813810 7 fractions (MD1-MD7) sis3ufl 44

MC2 fraction
107.7 mg

Column chromatography

MeOH:CH,CI,
v v v v v v v
MD1 MD2 MD3 MD4 MD5 MD6 MD7
2.6 mg 2.2 mg 16.3 mg 22.0 mg 10.1 mg 48.1 mg 3.1 mg

31lﬁ 44. NIULNFITVAIEIUVDIRNIING MeOH-C2 @28 column chromatography

Wminuasninlduis anwmzniouan uazaauvadIpaaefanniliusnvasudazaiusad
RIIENA MD1-MD7 L&@IHa13199 28 LazansmenITwenvaIgnsniiunaidlsznauun TLC UadIng 7 fractions
LLamﬁagﬂﬁ 45

@13197 28. USNm4 ANwIM KN UAzEIAUIEIIpMALARawiNlTuen fraction MD1-MD7

Fraction "';'Qmmﬂﬁlauﬁ wwiin (9) ANWMLAITENA
MD1 100% CH,Cl, — 1% MeOH : CH,Cl, 300mL 0.0026 ATMUFDEN
MD2 1% MeOH : CH,Cl, 100 mL 0.0022 AMUFTDE
MD3 1% MeOH : CH,Cl, 100 mL 0.0163 AMUFTDE
MD4 1% MeOH : CH,Cl, 300 mL 0.0220 ARG HRLEY
MD5 2% MeOH : CH,Cl, — 5% MeOH : CH,Cl, 0.0101 AR
MD6 10% MeOH : CH,Cl,— 15% MeOH : CH,Cl, 0.0481 ARG PRSI
MD7 20% MeOH : CH,Cl,— 100% MeOH 0.0031 AMUFNRDIB
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Solvent system : MeOH : CH,CI, [0.5:9.5]

1 2 3 4 5 6 7 1 23 45 6 7
A B Cc D
Solvent system : MeOH : EtOAc [0.5:9.5]

1 2 3 4 5 6 7 1 2 3 4 5 6 7
A B C D
3111 45. TLC chromatograms 2848142848138M0@ MD1-MD7

Detector: A = UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

4325 MIULENEITEENGNENTINNYBIVEIFINVBIENTEAA MeOH-D3, D4 uaz D5
(MD3+MD4+MD5)

Weuas s3Ena MD4 Hwiin 0.0220 N$u uazansaia MD5 tiawiin 0.101 n3y ensara MD6 siamsin
0.0481 NFNNUENABAEAT column chromatography I@ml“ﬁﬁ]mﬂmﬁlﬂu silica gel (Particle size: 40-63um,230-400
mesh,75g) Lm:’bﬁgmﬂmmﬂﬁauﬁmuﬁwﬁuﬁaﬁf 100% CH,Cl,(400mL), 0.5% MeOH : CH,Cl,, 1% MeOH : CH,Cl,,
1.5% MeOH : CH,Cl,, 2% MeOH : CH,Cl,, 2.5% MeOH : CH,Cl,, 3% MeOH : CH,Cl, , 4% MeOH : CH,Cl,, 5%
MeOH : CH,Cl,, 7% MeOH : CH,Cl,, 10% MeOH : CH,Cl, , 15% MeOH : CH,Cl,, 20% MeOH : CH,Cl,, 30% MeOH :
CH,Cl,, 50% MeOH : CH,Cl,, 70% MeOH : CH,Cl, 8819az 200 mL waz 100% MeOH (400 mL) Ra4aNTINEINVDS
ganan e lagandunnuuanadeaeds TLC wuinldamuuassnssna 5 fractions (ME1-MES) é’agﬂﬁ 46

MD3+MD4+MD$S fractions
017119
Column Chromatography
MeOH:CH,Cl,
v v r v v
ME1 ME2 ME3 ME4 MES

4.7 mg 3.4 mg 56.6 mg 3.2 mg 14.1 mg

gﬂﬁ 46. MIUINFITVDIRIUVBIRIINNA MeOH-D3, D4 uaz D5 ¢28 column chromatography
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Wmnnwasnnyiliuds anwaecmouen uasdauzasIgmanaeuniltuenaeud sz v Iane

ME1-ME5 u&adlien3nan 29 uasaneaemItgnvassnInilunasfUsznauum TLC ¥aIn3 5 fractions meé'agﬂﬁ 47

@139 29. USNm AnwzMewen uazaaueIgmMeaeaewinlsusn fraction ME1-MES5

Fraction fa'gmﬂmé"auﬁ ¥win (9) ANBLENTANA

ME1 100% CH,Cl, — 1.5% MeOH : CH,Cl, 0.0047 s nduanu

ME2 2% MeOH : CH,Cl, — 2.5% MeOH : CH,Cl, 0.0034 s nduanu

ME3 3% MeOH : CH,Cl, 700mL 0.0566 RINIRVIDNLTD B

ME4 3% MeOH : CH,Cl, 100mL — 5% MeOH : CH,Cl, 0.0032 RINIFV10UL T

ME5 7% MeOH : CH,Cl, — 100% MeOH 0.0141 sInsEdgnoutinaason
1 2 3 4 5 1 2 3 4 5

A B c D

gﬂﬁ 47. TLC chromatograms YDIFIWVAITNIRNA ME1-MES
Solvent system : MeOH : EtOAc [1:9]
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

43.2.6 NUYNEITOONNENITININYDIVDIRINYBIFTEA MeOH-C3, C4 Laz C5
(MC3+MC4+MC5)

idnvasasana MC3 1win 0.0598 N3y snsan@ MC4 1iawiin 0.0260 N3y uazansania MC5
fE’mﬁfﬂ 0.0123 NTN WLLNGBA2LAT column chromatography I@Ufl,"ﬁ/"i'g‘]ﬂﬁﬂmﬁl,ﬂu silica gel (Particle size:
40-63um, 230-400 mesh, 30g) LLaﬂﬁgmﬂmﬂm?iaw?imuéhﬁuﬁaﬁ 100% CH,Cl, (500 mL), 0.5% MeOH :
CH,Cl, (1200 mL), 1% MeOH : CH,Cl,, 1.5% MeOH : CH,Cl,, 2% MeOH : CH,Cl,, 2.5% MeOH : CH,Cl,, 3%
MeOH : CH,Cl,, 3.5% MeOH : CH,Cl, 4% MeOH : CH,Cl,, 4.5% MeOH : CH,Cl,, 5% MeOH : CH,Cl,, 5.5%
MeOH : CH,Cl,, 6% MeOH : CH,Cl,, 7% MeOH : CH,Cl,, 8% MeOH : CH,Cl,, 9% MeOH : CH,Cl,, 10%
MeOH : CH,Cl,, 13% MeOH : CH,Cl,,15% MeOH : CH,Cl,, 20% MeOH : CH,Cl,, 30% MeOH : CH,Cl,, 50%
MeOH : CH,Cl,, 70% MeOH : CH,Cl, at19az 200 mL Waz 100% MeOH (800 mL) #aIaNTINGIUVBIANT
afiafnlalaardionnuuandadieds TLC wuinldsuvessnsania 7 fractions (MF1-MF7) é’agﬂﬁ 48
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98.1 mg

MC3+MC4+MC5 fractions

Column Chromatography
MeOH:CH,CI,

Y v v ‘

Y

Y

Y

MF1 MF2 MF3 MF4
4.4 mg 3.9 mg 27.3 mg 27.2 mg

MF5
13.3 mg

MF6

8.7 mg

MF7
14.2 mg

gﬂﬁ 48. MIUBNFITVAIRIUVBIRIINNA MeOH-C3, C4 uaz C5 a8 column chromatography

Wminuasaninlduis snsmzniouen uszsauvasIpaaefanniliusnvasudazdiusad

RIIENA MF1-MF7 w&a9bsan3199 30 wasansmenIwenvadansiiiuaidlsznauun TLC 28914 7 fractions

UAAIAIFUN 49

@139 30. USNo4 AnBIM RN uazsaUpDIIpAaAaawiflTuen fraction MF1-MF7

Fraction 5’gmmﬂ?1'aw7i wwiin (9) ANBULEITENN
MF1 100% CH,Cl, — 2% MeOH : CH,Cl, 600 mL 0.0044 ANUTTe8an
MF2 2.5% MeOH : CH,Cl, 0.0039 ARG TP ST
MF3 3% MeOH : CH,Cl, 0.0273 NIFUBNT
MF4 3.5% MeOH : CH,Cl,— 4.5% MeOH : CH,Cl, 0.0272 NIFVBNT L
MF5 5% MeOH : CH,Cl, — 6% MeOH : CH,Cl, 0.0133 NIFTBNLT 8N
MF6 7% MeOH : CH,Cl, — 10% MeOH : CH,Cl, 0.0087 2 IuTIRIRD 8
MF7 13% MeOH : CH,CI, — 100% MeOH 0.0142 gIniiaminea
1234567 1234567

A B c D

3111 49. TLC chromatograms 289&112848138MA MF1-MF7

Solvent system : MeOH : EtOAc [1:9]

Detector

A =UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

g 1 Q
43.2.7 ﬂ'liLLElﬂﬂ']iaaﬂi]ﬂﬁﬂ'lﬁ%’)ﬂ'lﬂilad“lladﬁ’)%ilaﬁﬂ'li’dﬂﬂ MeOH-B7, B8 11az B9

(MB7+MB8+MB9)

#FIUVBIRITING MB7 31110 0.0302 NTN §13&NA MBS 1#1%nn 0.0324 NN Laz@1I&Na MB9

NN 0.0806 NTU WLLNGABAILAT column chromatography I@ﬂ"ﬁ/"i’gﬂ’mmﬁlﬂu silica gel (Particle size:
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40-63um, 230-400 mesh, 759) LLazl%"a“gnwanwﬂmﬁauﬁmuﬁﬁuﬁaﬁf 100% CH,Cl,(700mL), 1% EtOAc :
CH,C1,(800ml), 3% EtOAc : CH,Cl,, 5% EtOAc : CH,Cl,, 10% EtOAc : CH,Cl, , 15% EtOAc : CH,Clvating
82 400 ml, 20% EtOAc : CH,Cl,(500ml), 30% EtOAc : CH,Cl,, 40% EtOAc : CH2CI2, 50% EtOAc : CH2CI2,
70% EtOAc : CH2CI2, 90% EtOAc : CH,Cl, 881982 200 mL,100% EtOAc (400 mL),50% MeOH : EtOAc
(400 mL) 8z 100% MeOH 500ml WRIMNIINFINVIENTRNAT be lanardaanuuaneidaeds TLC wudn'le

§IUVAIFIIRNA 6 fractions (MG1-MG6) é’egﬂﬁ 50

M-B7+B8+B9 fractions
0.1432 g

Column chromatography

MeOH : EtOAc
l l v v h 4 ¢
MG1 MG2 MG3 MG4 MG5 MG6
10 mg 6.5 mg 5.6 mg 11.4 mg 83.8 mg 17.8 mg

gﬂﬁ 50. NMILUNRIIVOIEIBVDIFNTRNG MeOH-B7, B8 Laz B9 @28 column chromatography

Wminuasninlduis ansmzniouan ussaauvasIpaaefanniliusnvasudazaiunad
§I8NA MG1-MG6 uaadluan319i 31 uazanwmemsugnaaansniduosdisznauun TLC 28913 6 fractions

LLamé’agﬂﬁ 51

@139 31. USNms anwoaMenen uazsaueIpmMeaawiflsuen fraction MG1-MG6

Fraction 5’gmmﬂﬁlawﬁ wwiin (9) ANHWHLEITENG
MG1 100% CH,Cl, — 1% EtOAC : CH,Cl, 0.0100 NIRRT BB
MG2 3% EtOAC : CH,Cl, — 15% EtOAC : CH,Cl, 0.0065 NIFUMNBT LB
MG3 20% EtOAC : CH,Cl, 0.0056 ARG R ISTHE L L

MG4 | 30% EtOAC : CH,Cl, — 70% EtOAC : CH,Cl, 0.0114 | wiFrMauTensan

MG5 90% EtOAC : CH,Cl, — 50% MeOH : EtOAC 0.0838 CRPATOEETH
MG6 100% MeOH 0.0178 sIndiasiina
1 23 4 56 1234 56

A B c D

3111 51. TLC chromatograms 28481%42848138Ma MG1-MG6

Solvent system : MeOH : EtOAc [1:9]
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm
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é 1 Q
4.3.2.8 NMILYNFNTVINYNDNITINTNYDIVDIEINVDIF1IENA MeOH-G5 (MG5)
WEIuaIENIENa MG5 1wMn 0.0830 N3N W LENAaaI8D column chromatography lagld3y)
mansfitdn 1w Sephadex LH-20 (40 g) LLﬂ:l‘*ﬁi’gmﬂmﬂmﬁauﬁLﬂu 100% MeOH (300 mL) #8431NTI

fIUVBIENTENAT LFlABNAEANNLANGIIMIEAT TLC teaIuvasansana 5 fractions (MH1-MH5) a3 52

MGS5 fraction

0.0830 g
Column chromatography
MeOH
v | ! ! !
MH1 MH2 MH3 MH4 MHS
14.6 mg 46.5 mg 10.4 mg 4.8 mg 4.8 mg

31 52. MIUBNEIVIFIUVBIANTANA MeOH-G5 6138 column chromatography

Wninmasnin i snwaemeasen waiauTesigmanaawniltisnasudsssusaIssana

MH1-MH5 LLﬁ@dlu@]’]i’]\“}ﬁ 32 LRZANBIANTLENTBIENTN L‘ﬂuadﬁﬂi$ﬂﬂﬂu% TLC 289114 5 fractions LLﬁ@N@Tx‘]Eﬂﬁ 53

A13191 32, USnok ANwoaznouan uaziauvasignmaateuwnnlgduen fraction MH1-MH5

Fraction i'gmmﬂﬁiauﬁ Wwiin (9) ANHWLEITENG
MH1 100% MeOH 0.0146 CARVATOE (TP LUREN
MH2 100% MeOH 0.0465 smbaFdslaunted
MH3 100% MeOH 0.0104 smbaFdslaunted
MH4 100% MeOH 0.0048 sbaFdslaunted
MH5 100% MeOH 0.0048 sInilemnansaniiea
1 2 3 4 5 1 2 3 4 5

A B C D

gﬂ‘ﬁ 53. TLC chromatograms YBIRIBVDIFNIRNA MH1-MH5
Solvent system : MeOH : EtOAc [1:9]
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

= a ' o
4.3.2.9 NMUYNENTVINYNDENITINTNVDIAIWVIATANA MeOH-A5 az A6 (MA5+MAG)
LENFEIUVBIFNTANA M-A5 1IN 0.5304 NIN LAz M-A6 11%nn 0.3521 N3N #2833 column

chromatography laul#igmaasfiiilu silica gel (Grade 7734, 70-230 mesh, 55 g) uazlfigniamaiadaud
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ANE1AUAIH 100% CH,CI, (400 mL), 1% MeOH : CH,CI, (400 mL), 3% MeOH : CH,Cl, (1.0 L), 5% MeOH :
CH,Cl, (1.0 L), 7% MeOH : CH,Cl, (1.2 L), 10% MeOH : CH,CI, (1.0 L), 20% MeOH : CH,Cl, (400 mL), 30%
MeOH : CH,Cl, (400 mL), 50% MeOH : CH,CI, (400 mL), 70% MeOH : CH,Cl, (400 mL) uaz 100% MeOH

(1.0 L) ARINTINEIUVBIRNTANATN LA LasaIfuaNuLaAne1Ia183s TLC wuin leaiuvasansana 8 fractions
(MI1-MI8) G331 54

M-A5+A6 fractions

0.8825 g
Column Chromatography
CH,CI, : MeOH
h 4 A4 h 4 \ 4 } \ 4 \ 4 ; A4 A4
MI1 Mi2 MI3 Mi4 Ml4c MI5 MI6 Ml6c MI7 C8
16.1mg || 6.7mg ||12.2mg |[66.8mg || 5.2mg || 52.0mg |[177.2mg|| 3.1 mg [|177.8mg|]| 99.1 mg

gﬂﬁ 54. NMILUNRIIVOIFIBVDIFNTANG MeOH-A5 Laz A6 628 column chromatography

Wminuasaninlduis snsmzniouen uwazsauvasipaaefannfliusnvasudazdiusad

IENA MI1-MI8 waasluansnin 33 wazanuaemInenvaIzIniduasdUsznauun TLC waIns 8 fractions

WRTATNAUNLEN bet LEAI0I3UN 55

@139 33. USNok AnwaM RN uazsaUesIpMaaaawinlsuen fraction MI1-MI8

Fraction 5’gmmﬁﬁlauﬁ wwiin (9) | anmsmza1Tanm
MI1 100% CH,Cl, — 3% MeOH : CH,Cl, 0.0161 RPATOE R
MI2 5% MeOH : CH,CI, 700 mL 0.0067 Yasulimisasan
MI3 5% MeOH : CH,CI, 300 mL — 7% MeOH : CH,CI, 500 mL 0.0122 289udIRTe
Mi4 7% MeOH : CH,CI, 500 mL 0.0668 29udIFTe8a%
Mi4c 7% MeOH : CH,CI, 500 mL 0.0052 VNI k)

MI5 7% MeOH : CH,CIl, 200 mL 0.0520 2aIudIR e
MI6 10% MeOH : CH,Cl, 0.1772 2T Teda%
MI6c 10% MeOH : CH,CI, 0.0031 2PIWTIRY

MI7 20% MeOH : CH,Cl, — 50 % MeOH : CH,Cl, 0.1778 fIMUaRITL7
MI8 70% MeOH : CH,Cl, — 100 % MeOH 0.0991 snilesiea
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gﬂﬁ 55. TLC chromatograms YDIFIWVAITNIRNA MI1-MI8
Solvent system : MeOH : EtOAc [1:9]
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

= a ' o
4.3.2.10 N3UYNFITDONNENTININVDIVBIAIWVDIFNITENA MeOH-14 (MI4)
Undauaasansain Mi4 Bniin 0.0668 NFu wnuaNsasI83s column chromatography lagld3gniea

a9l Sephadex LH-20 LLﬂﬂ%’S’QmﬂmﬂLﬂﬁauﬁLﬂu 60% MeOH : CH,Cl, (300 mL) #aI3INTINTINVDI

ssanafldlasanduanuuanedadisds TLC wuinlddiusasansana 3 fractions (MJ1-MJI3) @93l 56

MI4 fraction

0.0668 g
Column Chromatography

60% MeOH : CH,CI,
v \ 4 v A4
MJ1 MJ2 MJ2c MJ3
91mg ||26.0mg || 1.9 mg || 26.5 mg

gﬂﬁ 56. NILUNRIIVOIEIUVAIRIIENG MeOH-14 628 column chromatography

Wminuasaninlduis snsmzniouen uwszsauvasIpaaefauniliusnvasudazsiusad
§IENA MI1-MJ3 Uazaznan MI2p uaadluansnei 34 uazansmensuonasansniduasdlsznauum TLC

28914 3 fractions LazaznauNwen o L&aIaazUN 57
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@139 34. US04 ANBIEM RN UazEaUPDIIpMaARawiNlTuen fraction MJ1-MJ3

Fraction 5’gmmﬂ§‘a%ﬁ' Wwin (9) ANBWLI1IENA
MJ1 60% MeOH : CH,CI, 70 mL 0.0091 DR RESTHEIS Y
MJ2 60% MeOH : CH,Cl, 30 mL 0.0260 PadudImen
MJ2p 60% MeOH : CH,Cl, 30 mL 0.0019 ATMUFET
MJ3 60% MeOH : CH,Cl, 200 mL 0.0265 2Pa9udiloasawn
1 2 2 3 1 2 2 3
A B c D

gﬂﬁ 57. TLC chromatograms YDIFINVBIENIFNA MI1-MJ3

Adsorbent : Silica gel 60 Fs,
Solvent system : MeOH : EtOAc [1:9]
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

4.3.211 NMIUENEITOONNENTINNVBIVBIRINVBIFETENA MeOH-I5 (MI5)

YinganaesanIaia MIS 1uiin 0.0520 nFu inuensedaeda column chromatography lagldignia
asMiilu Sephadex LH-20 LLaﬂ%i'gmﬂmﬂmgauﬁLﬂu 60% MeOH : CH,Cl, (300 mL) #a9a1NTIUFIUa
gIananlalagondunnuuand19eisss TLC wuinldgimsassssna 4 fractions (MK1-MK4) é’agﬂﬁ 58

M-15 fraction

0.0520 g
Column Chromatography

60% MeOH : CH,CI,

A\ 4 Y % 4 A4
MK1 MK2 MK2c MK3 MK4

5.9 mg 8.8 mg 24 mg |[23.7mg || 5.9 mg

gllﬁ 58. NIUUNAIIVAIRIUVAIFITRNA MeOH-I5 628 column chromatography

Wminuasaninlduis snsmzniouen uszdauvesIpaaefaunliusnvasudazdiunad
§38NA MK1-MK4 uazaznau MK2p ugadlua1snen 35 uazansaznsuenvassnsiiduasddsznauum TLC

YAINI 4 fractions WRZATNOUNLYN LG LLaméﬁgﬂﬁ 59
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@139 35. USNm anwozewen uazaauadIgmeaefewinlsusn fraction MK1-MK4

Fraction 5’gmmﬂ§‘a%ﬁ' Wwin (9) ANBWLE1IENA
MK1 60% MeOH : CH,Cl, 80 mL 0.0059 VaIUDIRD BTN
MK2 60% MeOH : CH,Cl, 35 mL 0.0088 Pa9udIRTo80W
MK2p 60% MeOH : CH,Cl, 35 mL 0.0024 ATMUFET
MK3 60% MeOH : CH,Cl, 55 mL 0.0237 289U LU 87
MK4 60% MeOH : CH,Cl, 130 mL 0.0059 NN RERTHEIN Y
1 2 2 3 4 1 2 2 3 4
A B c D

gﬂﬁ 59. TLC chromatograms YDIFINVBIENIFNA MK1-MK4

Adsorbent : Silica gel 60 Fs5,
Solvent system : MeOH : EtOAc [1:9]
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

4.3.2.12 NMIUWENEITODNNENTININVBIVBIRINVBIFETENA MeOH-16 (MI6)

vihdauae9ansata MI6 1wt 0.1772 N3 inuendedaeda column chromatography lagldignia
asMilu Sephadex LH-20 LLﬂzl%’a’gnﬁﬂnﬁﬂLﬂﬁauﬁLﬂu 60% MeOH : CH,Cl, (300 mL) #a431NTIUFIUaY
gIananlalagondunnuuand19eisss TLC wuinldduasansana 5 fractions (ML1-ML5) é’agﬂﬁ 60

MI6 fraction

0.1772 g
Column chromatography

60% MeOH : CH,Cl,

S S T T s S

MLA1 ML2 ML3 ML3c ML4 ML4c ML5
34.8mg|l 92mg [|86.1mg|| 3.2mg ||26.3mg|| 2.3 mg 6.9 mg

gﬂﬁ 60. NMILONIIIVBIFIBVDIENTRNA MeOH-16 G228 column chromatography
Wminuasaninlduis snsmzniouen uwszsauvasipaaefanniliusnvasudazdiusad

f136NA ML1-ML5  Lazaznaw ML3p  Was ML4p  Waadluans1ei 36 wazansmenswanvadansnidu
298U52nauUK TLC 28919 5 fractions Lazaznauiwanle LLaméﬁgﬂﬁ 61
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@139 36. USNm4 ANwIM RN uazaauesIpMeaaenifnlsuen fraction ML1-ML5

Fraction "'igmmﬂﬁa%ﬁ Wwin (9) ANBWHLE1IENA
ML1 60% MeOH : CH,Cl, 140 mL 0.0348 PIudITBoT
ML2 60% MeOH : CH,Cl, 5 mL 0.0092 P TLI8 0%
ML3 60% MeOH : CH,Cl, 15 mL 0.0861 YTl gInnRe
ML3p 60% MeOH : CH,Cl, 15 mL 0.0032 AMUFET
ML4 60% MeOH : CH,Cl, 25 mL 0.0263 VNG REETHER R
ML4p 60% MeOH : CH2CI2 25 mL 0.0023 AMUFD
ML5 60% MeOH : CH2CI2 115 mL 0.0069 ATURI BT Y
1 2 3 3¢c4 4c5 1 2 3 3¢ 4 4¢5
B c D

31]"7'; 61. TLC chromatograms U848 IUVBIFNIANA ML1-ML5

Solvent system

Detector

1T silica gel (Particle size: 40-63um, 230-400 mesh, 300.92 g) LLa:’Lﬁgmﬂmﬂm’é’iauﬁmuéwﬁuﬁaﬁ 100%
CH,Cl, (1 L), 5% MeOH : CH,Cl,,10% MeOH : CH,Cl,, 20% MeOH : CH,Cl,, 30% MeOH : CH,Cl,, 40%
MeOH : CH,Cl,, 50% MeOH : CH,Cl,, 55% MeOH : CH,Cl,, 60% MeOH : CH,Cl,, 65% MeOH : CH,Cl,, 70%
MeOH : CH,Cl,, 75% MeOH : CH,Cl,, 80% MeOH : CH,Cl,, 85% MeOH : CH,Cl,, 90% MeOH : CH,Cl, a&13

a2 800 mL LAz 100% MeOH (2 L) Aa49INTUEIUUIANIANAN ba LAt afuaNuLana1daeds TLC wuin

: MeOH : EtOAc [1:9]
:A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

ldsura98138M@ 6 fractions (MM1-MM6) ﬁagﬂﬁ 62

M-A7 fraction
18.4174 g

= a ' o
4.3.2.13 N13UYN&EITINHNEINWTINNYIFENYIF1TENA MeOH-A7 (MA7)

UENEINVBIFNTENA M-A7 191N 18.4174 N1 6283T column chromatography lagldigniaesh

Column chromatography

MeOH:CH,Cl,

Y

Y

Y

Y

Y

Y

MMA1

1.3 mg

MM2
151 mg

MM3
527.3 mg

MM4
561.5 mg

MM5
3.6403 g

MM6
5.7560 g

gﬂﬁ 62. MILLNFIIVAIFINVAIENIRNNA MeOH-A7 @28 column chromatography




Wnnnnasanyilduds ansueniouen uazirauveIgmanfteunnliusnvasudasdiunal
§138N0 MM1-MM6 uaailua13nan 37 uszansmensugnuassnsiiduesdisznauun TLC 28919 6 fractions

9 { £ o a o i
LLﬁ@O@]OEﬂﬁ 63 LLazf]Vlﬁ@’]uﬂ%%laaﬁi$ DPPH u% TLC LLN@N@NE‘L]“?] 64

@139 37. USNok AnBoMeEnan uaziaUresIpIaaawinltuen fraction MM1-MM6

Fraction S'Qmﬂm?llaw'fi wwiin (9) ANBULEITENA
MM1 100% CH,Cl, — 5% MeOH : CH,Cl, 0.0013 Husinain
MM2 10% MeOH : CH,Cl, 0.1510 IRt IoT
MM3 20% MeOH : CH,Cl, 0.5273 snhemidoatu
MM4 30% MeOH : CH,Cl, 400 mL 0.5615 AP SO TTIRIGIEY
MM5 30% MeOH : CH,Cl, 400 mL 3.6403 nhemidoatu
MM6 40% MeOH : CH,Cl,— 100% MeOH 5.7560 RIMUaRII 8T

Solvent system : n-butanol : n-propanol : acetic acid : water [30 : 10 : 10 : 10]

A B Cc D
Solvent system : EtOAc : MeOH [9:1]

A B C D
3‘].]“?; 63. TLC chromatograms YDIFIUVBIFNIING MM1-MM6
Detector : A = UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm
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Solvent system : n-butanol : n-propanol : acetic acid : water [30 : 10 : 10 : 10]

A B C
Solvent system : EtOAc : MeOH [9:1]

A B c
3111 64. TLC chromatograms qvisduauyadss: DPPH U898Iu89an3aia MM1-MM6
Detector : A = DPPH/Ohr., B = DPPH/8hrs., C = DPPH/24hrs.

J 1 =3
4.3.2.14 M3UYNFNTVANHNENBINTNYDIAIWVAIFISANA MeOH-M4 (MM4)
uwan&InaIENIENa MM4 1win 0.5615 N3 62835 column chromatography lagld3gmaasfivilu
Sephadex LH-20 (40 g) uazltigmameainfanitln 100% MeOH (2.5 L) lasutisuansnaninue 3 30U nadan

TwdmsaIrIanai lalasanduanuuandsdieis TLC lasmsasansania 7 fractions (MN1-MN7) q3311 65

MM4 fraction
0.5615¢g

Column Chromatography

MeOH:CH,Cl,
v v v Y v v v
MN1 MN2 MN3 MN4 MN5 MN6 MN7

53.3 mg 261.2 mg 5.2 mg 129.2 mg 16.6 mg 53.3 mg 17.8 mg

gﬂﬁ 65. MILLNFITVAIFINVAIENIRNA MeOH-M4 628 column chromatography

Wmnnuasnin ik ansmzniouan uasaauvadIpmaefanniliusnvasudazaiunad
§38na MN1-MN7 ugasluananeh 38 uazanwmensugnaasansiiduosdisznauun TLC 28913 7 fractions

o { £ o a o i
LL&@N@]\‘]E‘Uﬁ 66 HRZHNDANTUDUURDRIE DPPH u# TLC LLﬁ@lG(ﬂx‘iEﬂﬁ 67
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@139 38. USNo4 ANBIM RN UazEAUIDIIpMaARawiNlTuen fraction MN1-MN7

Fraction 5’gmmﬂ§auﬁ Wwin (9) ANBWHLEIIENA
MN1 100% MeOH 0.0533 snbadlslendien
MN2 100% MeOH 0.2612 sandiadourinaa
MN3 100% MeOH 0.0052 sanilemdseniiaa
MN4 100% MeOH 0.1292 ssvilemdsneniiea
MN5 100% MeOH 0.0166 sanilemdsaniina
MN6 100% MeOH 0.0533 sanilemdsaniina
MN7 100% MeOH 0.0178 saniemdoaniins

123 4567 1 23456 7
A B C D

gﬂﬁ 66. TLC chromatograms YDIFIWVDIENIRNA MN1-MN7
Solvent system : MeOH : EtOAc [1:9]
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

A B Cc
31]"7'; 67. TLC chromatograms qw'ﬁgﬁma%aﬁaﬁ?: DPPH 284842898178NA MN1-MN7
Solvent system : MeOH : EtOAc [1:9]
Detector : A = DPPH/Ohr., B = DPPH/8hrs., C = DPPH/24hrs.

g 1 >
4.3.2.15 NMUENEITDONYNENNBINTNVIVDIEINVDIANTANN MeOH-N3, N4 LLaz N5
(MN3+MN4+MN5)
#FIUVBIRITING MN3 31910 0.0052 NTN, MN4 1i1%nn 0.1292 N3N Waz MN5 111N 0.0166

N34 AuBNeaadl83D column chromatography lagldigniaasiiiln Sephadex C18 (40 g) uazliigniania
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wndaniilu 50% H,0:MeOH (50 mL), 40% H,0:MeOH (50 mL), 30% H,0:MeOH (200 mL), 20% H,0:MeOH
(100 mL), 10% H,0:MeOH (100 mL) uaz 100%MeOH (50 mL) #&3a N3 WsIuVaIaIanaf lelasardaaana

wand9eau3s TLC wuinldsuuasansana 5 fractions (MO1-MO8) #1317 68

MN3+N4+N5 fractions
0.1510 g

Column chromatography

H,O : MeOH
v v v v v v v v v
MO1 MO2 MO3 MO4 MO5 MO6 MO7 MO7¢c MO8

62mg || 31.7mg || 21.6mg || 131 mg || 204 mg | | 20.4 mg | | 40.0 mg 1.8 mg 18.6 mg

Eﬂﬁ 68. NMIUONIIIVAIFIBVDIENTANA MeOH-N3, N4 Uaz N5 628 column chromatography

Wminuasaninlduis snsmzniouen uszdauvesipaaefeunliusnvasudazdiusad
§138NA MO1-MO8 uazaznan MO7p uaailua1aen 39 uazansmznsuenvasssiduasdlsznauuu TLC

20914 8 fractions Lazaznannwen le LLaméﬁgﬂﬁ 69

@139 39. USNm4 AnwoaMwen uazsaueIpmMeaaewifnlsuen fraction MO1-MO8

Fraction i'gmmﬂ?l'awﬁ' Wwin (9) ANBUWLIITEN!
MO1 50% H,0 : MeOH 30 mL 0.0062 mswiladidgrouiaa
MO2 50% H20 : MeOH 6 ML 0.0317 sInilemdsaniina
MO3 50% H20 : MeOH 6 mL 0.0216 sniladideanihea
MO4 50% H20 : MeOH 18 mL 0.0131 sniladideanihea
MO5 40% H20 : MeOH 15 mL 0.0204 mnitemdeauinea
MO6 40% H20 : MeOH 25 mL 0.0204 mnitemdeauinea
MO7 40% H20 : MeOH 40 mL 0.0400 mywiladidenousiaa
MO7p | 40% H20 : MeOH 0.0018 ATUET
MO8 40% H20 : MeOH (20ml) — 100% MeOH 0.0186 mswiladiderousiima

12 345 67 7p
A B

;iﬂ‘ﬁl 69. TLC chromatograms Ua4§14284813816 MO1-MO8
Solvent system : MeOH : EtOAc [1:9] + 0.1% formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm
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4.3.2.16 ﬂ”lillﬂﬂﬁ’]iaE)ﬂE]‘Ylgﬂ’l\‘lg’m’lw*’ﬂad?la\‘ié’i’)w].lada’]iaﬁﬂ MeOH-M5 (MM5)

idnvasasana MM5 iwmin 3.6403 n3u anugndade3 column chromatography lagldig
mansfitn silica gel (Particle size: 40-63um, 230-400 mesh, 70.64 g) LLaﬂﬁ'gmﬂmﬂLﬂﬁauﬁmuéﬂﬁu
ﬁx‘]i{ 100% CH,CI, (300 mL), 10% Acetone : CH,CI, (200 mL), 20% Acetone : CH,Cl,(200 mL), 30% Acetone
: CH,CI, (200 mL), 40% Acetone : CH2CI2 (200 mL), 50% Acetone : CH2CI2 (200 mL), 60% Acetone :
CH2CI2 (200 mL), 65% Acetone : CH2CI2 (200 mL), 70% Acetone : CH2CI2 (200 mL), 75% Acetone :
CH2CI2 (200 mL), 80% Acetone : CH2CI2 (200 mL), 90% Acetone : CH2CI2 (200 mL),100% Acetone, 5%
MeOH : Acetone (200mL),10%MeOH : Acetone (200mL),15%MeOH : Acetone (400mL), 20% MeOH :
Acetone (300mL), 25% MeOH : Acetone (300mL), 30% MeOH : Acetone (300mL), 40% MeOH : Acetone
(300mL), 50% MeOH : Acetone (300mL), 60% MeOH : Acetone (300 mL), 70% MeOH : Acetone (300mL),
80% MeOH : Acetone (300mL), 90% MeOH : Acetone (300mL), 100% MeOH (300mL), 5% H,O : MeOH
(300mL), 10% H,O : MeOH (300mL) nasanTIndinuasansanan lalaganduanuuanaadeds TLC wuin
ldsuvasansana 9 fractions (MP1-MP9) @ngﬂ“?'i 70

dwinudsnrilduds dnemeniouan uaziduTesipmanfeuiinlfusnuaudazdiuves
gIENA MP1-MP9  wasian MP3c ugasluannefi 40 uazanwaemsuwenvesansmiuasddsznauun TLC

29914 9 fractions LATHANTILYN ba LLamé’agﬂﬁ 71

MMS5 fraction
3.6403 g

Column chromatography

MeOH : Acetone, H,O : MeOH

! Y Y| v v v Y Y

MP1 MP2 MP3 MP4 MP5 MP6 MP7 MP8 MP9

10.2 m Amg | [567.3m 613.7 m 702.1 m 461.1 m 191.5 m 253.0 mg || 203.8 m
g 734 g g g g g g g
\

MP3c
254.8 mg

gﬂﬁ 70. NMILONRIIVAIRIBVBIENTRNA MeOH-M5 628 column chromatography

@139 40. USNm anwozMewen uazaauaIgmMeaeaewinlsusn fraction MP1-MP9

Fraction 5’Qmmﬂ§‘auﬁ Wwiin (9) | anmmzdsann
MP1 100% CH,Cl, — 80% CH,Cl, : Acetone 0.1 L 0.0102 | avwdrians
MP2 80% CH,CI, : Acetone 0.1 L — 70% CH,CI, : Acetone 0.2 L 0.0734 mm%ﬁﬂma
MP3 | 60% CH,CI,: Acetone 0.2 L 05673 | sswiiadrinanady
MP3c | 60% CH,Cl,: Acetone 02548 | wanzUiduimnies
MP4 | 50% CH,CI,: Acetone — 40% CH,Cl, : Acetone 06137 | sawilafvinanaida
MP5 | 35% CH,Cl,: Acetone 702.1 snilesihenady
MP6 | 30% CH,Cl,: Acetone — 25% CH,Cl, : Acetone 461.1 snilasinanal:
MP7 | 20% CH,CI,: Acetone — 100% Acetone 191.5 ssndiadtinanada
MP8 | 95% Acetone : MeOH — 80% Acetone : MeOH 253.0 snilesihenady
MP9 | 70% Acetone : MeOH — 100% MeOH 203.8 ssnitesihaady
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31]17; 71. TLC chromatograms YDIRIBVDIENTRNA MP1-MP9
Solvent system : MeOH : EtOAc [1:9]
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

é 1 Q
4.3.2.17 MIUYNFNIVONYNDENIBINTNYDIVDIFINVDIFITENA MeOH-P2 (MP2)
WdIuUaIFIIENa MP2 1Iwiin 0.0734 N3N ¥ueNeadl83s column chromatography laglaiy)
mansfiilu octadecyl silane (C18, 40 g) LLa:‘l%i'g]nﬁﬂnﬁﬂLﬂﬁauﬁLﬂu 50% H,0:MeOH (400 mL) #8I91N34

fUVBIRNIENAN LA lasaAuANNLANG19e835 TLC leduvasansana 5 fractions (MQ1-MQ5) a93LN 72

MP2 fraction

0.0734 g
Column Chromatography
MeOH:CH,Cl,
y Y | A Y Y
MQ1 MQ2 MQ3 MQ3p MQ4 MQ5
49.9 mg 13.1 mg 2.0 mg 8.6 mg 5.6 mg 3.7 mg

g‘ﬂﬁ 72. MILLNRIIVAIFINVAIENIRNA MeOH-P2 628l column chromatography
Wminuasaninliuis ansmzniouen uszdrauvesIpnaefeunnliuenuaiudazdIunad
38N MQ1-MQS5 uazaznan MQ3p uaadluanef 41 uazanwmenisuenvasssniduesdlsznavun TLC

28914 5 fractions Lazaznannwen le LLaméﬁgﬂﬁ 73

@13197 41. USnoe ansuemeuan wazsaupesigmantaunfladien fraction MQ1-MQ5

Fraction ’i’gmmﬂﬁiauﬁ Wwin (9) ANHWHLEITENG
MQ1 50% H,0 : MeOH 0.0499 NaETaNTNg
MQ2 50% H,O : MeOH 0.0131 anuiimsauden
MQ3 50% H,O : MeOH 0.0020 aswEea
MQ3p | 50% H20 : MeOH 0.0086 | AyUEIANa
MQ4 50% H,O : MeOH 0.0056 aswiiea
MQ5 50% H,O : MeOH 0.0037 asuea
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311 73. TLC chromatograms 283&1128I81381A MQ1-MQ5
Solvent system : MeOH : EtOAc [1:9] + 0.1% formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

4.3.2.18 MIULNEITVANNENTININYDIVBIFINVBIF1TENA MeOH-P3 (MP3)

ihdnvasEsana MP3 1iawiin 0.5673 n3W wusneadis3® column chromatography lagldiy
manasfitiln octadecy! silane (C18, 40 g) LL@:i%’a’gﬂﬂﬂnﬂﬂLﬂﬁauﬁLﬂu 50% H,0:MeOH (400 mL) #8991N34
fauvesEnIEnan lelaganduanuuana1sieds TLC ldduvassnsana 6 fractions (MR1-MR6) é’agﬂﬁ 74

MP3 fractions
0.5673 g

Column Chromatography
50% MeOH : H20

v v v v v v

MR1 MR2 MR3 MR4 MR5 MR6

348.0mg 59.6 mg 441 mg 3.9 mg 49 mg 9.4 mg

gﬂﬁ 74. MIUYNRIIVBIRIBVDIENTRNA MeOH-P3 @28 column chromatography
Wminuasaninlduis snsmznisuen uszdauvesIpaaefaunliusnvaiudazdIunad
f138na MR1-MR6 Laadlua13199 42 uazanwaensuanuadiasniduadfisznauus TLC 284119 6 fractions

LLamﬁagﬂﬁ 75

@13197 42. IS AnBoMEwen uaziauesIpMaaaewiNlsuen fraction MR1-MR6

Fraction 5’gmmﬂ§awﬁ' Wwiin (9) ANBUEAITENA
MR1 50% H,O : MeOH 0.3480 mswiladiiaas
MR2 50% H,O : MeOH 0.0596 anaudtiiaainaes
MR3 50% H,O : MeOH 0.0441 anaudtiimainaes
MR4 50% H,O : MeOH 0.0039 ANUEIManEes
MR5 50% H,O : MeOH 0.0049 aTURmamaas
MR6 50% H,O : MeOH 0.0094 anURmamaas
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gﬂﬁ 75. TLC chromatograms YDIFINVAIENIRNA MR1-MR6
Solvent system : MeOH : EtOAc [1:9] + 0.1% formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

4.3.2.19 MIUENEITRANNENTININVDIVBIFINVIE 381 A MeOH-P3c (MP3c)

YndnveaImIana MP3c Hnwiin 0.2548 N3N ANUENFAdIL3E column chromatography Tanldiy
mansfitln octadecy! silane (C18, 40 g) LLazifi'gnﬂﬂnﬂﬂLﬂﬁauﬁLﬂu 50% H,0:MeOH (400 mL) #8I91N34
fruasssananlalasardoanuuandaeieds TLC Idduuasansana 5 fractions (MS1-MS5) é’agﬁﬁ 76

MP3c fraction

0.2548 g
Column chromatography

50%MeOH : H20

v v v v v

MS1 MS2 MS3 MS3c MS4 MS5
56.3 mg 5.0 mg 48.8 mg 86.8 mg 2.9 mg 4.8 mg

gﬂﬁ 76. MILLNRIIVAIFINVBIENINNA MeOH-P3c 628 column chromatography

iwinudsanilwuds Snemenauan uasiausesipmanteuiiflfusnyasudazdiuves
A13RNA MS1-MS5 uazaznau MS3c uaadluamifi 43 uazdnsaznisuonsasasiiduasdsznouuu TLC
Y8414 5 fractions LLaxmﬂau‘?‘iLLzm"l,@TLLamé'agﬂﬁ 77

nanfildansiuuasansatia MS3 (MS3c) Wnsin 86.8 aansu fanwmdundndun 3elwiun

compound 6

@139 43. USNm anwozegwen uazaaupasIgmeaefewinlsusn fraction MS1-MS5

Fraction 5’Qmmﬂﬁauﬁ Wwin (9) ANBWHLEITENA
MS1 50% H,O : MeOH 56.3 NIFLARDIBDY
MS2 50% H,O : MeOH 5.0 NIFLWNRBS
MS3 50% H,0 : MeOH 48.8 NIFLARDY
MS3c | 50% H,0 : MeOH 86.8 NANFU?
MS4 50% H,0 : MeOH 2.9 MIMnAIONINMS
MS5 | 50% H,0 : MeOH 4.8 myminana
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311 77. TLC chromatograms 28983128481380A MS1-MS5
Solvent system : MeOH : EtOAc [1:9] + 0.1% formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

4.3.2.20 N3UENEITOBNONENTININVBIYBIRIKVBIFTENA MeOH-P4

WndnvesaIana MP4 wmen 0.6137 n3u auendediu3s column chromatography laglaiy
mMansfitln octadecyl silane (C18) (40 g) LLﬂ:l‘*ﬁi’gmﬂmﬂmﬁauﬁLﬂu 50% H,0 : MeOH (400 mL) #&431n
Jwdmasssananlalaganfonnuuandsdieds TLC wuinldduuassnsania 8 fractions (MT1-MT8) 69

gﬂﬁ 78

MP4 fraction
0.6137 g

Column Chromatography
50% MeOH : H,O

\ A A
MTA1 MT2 MT3 MT4 MT5 MT6 MT7 MT8

9.6 m 181.6 m 48.4 m 329 m 253 m 705 m 131 m 81.5 mg
9 9 9 9 9 9 9

A/

MT3c

129.8 mg

Eﬂﬁ 78. NMIUONFIIVBIRIUVDIENTRNA MeOH-P4 @28 column chromatography

iwinudsaniliuds Snsuenouan uaziausasipmanteuiiilfusnyaudazdiuves
19810 MT1-MT8 waznan MT3c uwaaslua1snef 44 uazdnsmznisuenuasssiiiuesdusznauun TLC 289
119 8 fractions wazANTwun e LLaﬂaé’dgﬂﬁ 79

nanfildnsiuvasansana MT3 (MT3c) siwin 129.8 Hadny Jensnelundndindassan 39

1184 compound 7

@19197 44, USuoh ANBoENoUIN uazdi1auvasIgIaaaeuinlgdian fraction MT1-MT8

Fraction i'gmﬂmﬁauﬁ Wwiin (mg) ANHWHLEITENG
MT1 50% H,O : MeOH 9.6 NIFT U WLTE
MT2 50% H,O : MeOH 181.6 ssndiadiians
MT3 50% H,O : MeOH 48.4 vasudefrinananios
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Fraction 5’Qmﬂm§'auﬁ wwiin (mg) ANWULAITENA

MT3c | 50% H,O : MeOH 129.8 NANFWRaIaU

MT4 50% H,0 : MeOH 32.9 NIFLARDY

MT5 50% H,0 : MeOH 25.3 NIFLARDY

MT6 | 50% H,0 : MeOH 70.5 mwiladiias

MT7 | 50% H,0 : MeOH 13.1 mwniladiias

MT8 50% H,0 : MeOH 81.5 NIFLWRDY
123345678 123345678

A B c D

31]17; 79. TLC chromatograms YDIFIUVAIENIRNA MT1-MT8
Solvent system : MeOH : EtOAc [1:9] + 0.1% formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

43221 NSRENENIDENNANITINTNYBIVDIFIMYBIETEAA MeOH-T6 Waz T7 (MT6+MT7)

indnveImsaia MT6 1inmtin 0.0705 n3u MT7 siwin 0.0131 n$u anusndasei® column
chromatography I@ﬂ’l%i’gmﬂmﬁlﬂu octadecyl! silane (C18) (40 g) LL@zl%i’gﬂﬁﬂﬂﬁﬂLﬂﬁauﬁLﬂu 50% H,0 :
MeOH (400 mL) nasanmndnsasssanad lalagandonnuuand1sdiods TLC wuldswvesansana 6
fractions (MU1-MUS) 633171 80

MTG6 +T7 fractions
0.0836 g

Column Chromatography
50% MeOH : H,O

A 4 A 4 \ J } Y A

MU1 MuU2 MU3 MU4 MU4c MUS MU6G
2.5 mg 14.6 mg 3.4 mg 17.9 mg 24.7 mg 1.4 mg 2.8 mg

gﬂﬁ 80. NMIUYNFIIVAIFIBVDIENIRNA MeOH-T6 Uaz T7 @28 column chromatography

dwinudsnrilduds dnemeniouan uaziduTesipmanteuiinliusnyaudazdiuves
#13aMA MU1-MU6 uazaznaw MU4c uaadluansned 45 uasdnwaznswonuasmsfiluasdisznauun TLC
V84114 6 fractions uazaznaufinun’le uEaaFIzLN 81
nanfldanainuesansana MU3 (MU3c) wmein 24.7 fadnsu Janwasidunsdinaassoliiiu
compound 8
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@139 45. US4 ANBIMERN UazEaUIDIIpMaARawiNlsuen fraction MU1-MUG

Fraction ’a’gmmﬂﬁlauﬁ wwiin (mg) ANBULEITENA

MU1 | 50% H,O : MeOH 25 mIwiladiima

MU2 50% H,0 : MeOH 14.6 sswiladiima

MU3 50% H,0 : MeOH 3.4 NIFLARDY

MU4 50% H20 : MeOH 17.9 NIFLNRDS

MU4c | 50% H,O : MeOH 24.7 NIFLARDY

MU5 50% H,0 : MeOH 1.4 NIFLARDY

MU6 50% H20 : MeOH 2.8 NIFDD

1 23 4 4c 5 6 I 2 3 4 4cESHoM
A B c D

gﬂ'ﬁl 81. TLC chromatograms a3&%Ua4eNI8Na MU1-MU6
Solvent system : MeOH : EtOAc [1:9] + 0.1% formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

4.3.2.22 MIUENEITRANNENTINNVDIVDIFINVBIF5E A MeOH-P5

YndmvesmIana MP5 inen 0.7021 N3N anundedas3s column chromatography lanldiy
mansfiilu octadecyl silane (C18, 40 g) LLazlﬁi‘gmﬂmﬂmﬁauﬁLﬂu 50% H,0:MeOH (400 mL) #&I91N34
FIUVBIENTANA 16 LA8DFEANNLANA19G83T TLC leduuedsansana 6 fractions (MV1-MV6) é’ugﬂﬁ 82

MP5 fractions
0.7021 g

Column Chromatography
50% MeCH : H,O

Y A Y A \
MV1 Mv2 MV3 MV4 MV5 Mve

33.6 mg 135.7 mg 36.9 mg 290.4 mg 43.6 mg 13.9 mg
gﬂﬁ 82. MILLNRIIVAIFINVAIENIRNA MeOH-P5 @28l column chromatography

Wminuasaninlduis snsmzniouen uszdauvesIpaaefaunliusnvasudazdiusad
R1IRNA MV1-MV6 WRAILWANIIIN 46 Lazansmen1swunuadansiiduasdlsznavuun TLC 1aIN9 6 fractions
uaAIaI3LN 83
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@139 46. USNm AnwzMewen uazaaueIgmMeaeaewinlsusn fraction MV1-MV6

Fraction ﬁgmmﬂﬁlauﬁ Yiwiin (mg) ANBWLEIIENA
MV1 50% H,0 : MeOH 33.6 mnilaiiea
MV2 | 50% H,O : MeOH 135.7 mywiladiiea
MV3 50% H,0 : MeOH 36.9 mywiladiiaa
MV4 50% H,0 : MeOH 290.4 anaudiiaanaes
MV5 | 50% H,0 : MeOH 436 mywiladiiaa
MV6 50% H,0 : MeOH 13.9 mywiladiima
1 2 3 4 56 1 2 3 4 56
A B c D

31]17; 83. TLC chromatograms YDIFIWVAIENTRNG MV1-MV6
Solvent system : MeOH : EtOAc [1:9] + 0.1% formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

é 1 Q
4.3.2.23 NMIUYNFNIDONYNDENIBINTNYDIVDIFINVDIF1TENA MeOH-P6 (MP6)
WEIueIENIENa MP6 1NN 0.4611 N3u uLeNead183T column chromatography lagld3y
meaasfiilu octadecyl silane (C18, 40 g) uazlTignianiatafanililu 50% H,0:MeOH (400 mL) Wa93INIIN

fUVBIRITENAN LA lasaAuANNLANG19a83T TLC laaiuvasansana 4 fractions (MW1-MWA4) a931lN 84

MP6 fraction
0.4611g

Column chromatography
50% MeOH : H,O

MW1 MW2 MW3 Mw4
170.8 mg 74.9 mg 85.9 mg 69.5 mg

gﬂﬁ 84. MILLNRIIVAIFINVAIENIRNA MeOH-P6 6281 column chromatography

Wnnnnasanyilduds ansuenisuen uazirauveIgManfteunnliusnvasudasdiunas
§138Na MW1-MW4  ugaslua19ei 47 uazanwaenisuenuesgnsniduasdlsznauun TLC  19N3 4

fractions LLamé’ogﬂﬁ 85
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@13197 47. US4 ANBIMERen uaziauesIpMeaaaawinlsuen fraction MW1-MW4

Fraction S'Qmmﬂzﬁ"auﬁ Wwiin (mg) ANBULEITENA
MW1 50% H,O : MeOH 170.8 sswiladiima
MW2 | 50% H,0 : MeOH 74.9 sswiladiima
MW3 | 50% H,0 : MeOH 85.9 swiladiima
MW4 | 50% H,0 : MeOH 69.5 swiladiima
1 2 3 4 1 2 3 4
A B c D

gﬂ‘ﬁ 85. TLC chromatograms YDIRIUVDIENTRNA MV1-MV4
Solvent system : MeOH : EtOAc [1:9] + 0.1% formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

4.3.2.24 miu,smmsaanqw§w1a%1mwwawaa&i’mmaamsaﬁ'ﬂ MeOH-M6 (MM6)

aInVaIT1IRNO MM6 ‘m‘mﬂ 5.7560 N34 W LENAa@2183T column chromatography I@ml“ﬁ’sg
mﬂﬂ\‘lmﬂu silica gel (Particle size: 40-63 ym, 230-400 mesh, 70. 64g)LLa‘”1°QOﬂmﬂLﬂaau“nmumﬂ‘i_lmu
100% CH,CI, (300 mL), 10% Acetone : CH,CI, (300 mL), 20% Acetone : CH,CI, (400 mL), 30% Acetone :
CH,CI, (400 mL), 40% Acetone : CH,CI, (400 mL), 50% Acetone : CH,Cl, (400 mL), 60% Acetone : CH,CI,
(400 mL), 65% Acetone : CH,CI, (400 mL), 70% Acetone : CH,CI, (400 mL), 75% Acetone : CH,CI, (400
mL), 80% Acetone : CH,CI, (400 mL), 90% Acetone : CH,Cl, (400 mL), 100% Acetone(400 mL), 5% MeOH :
Acetone (400mL),10%MeOH : Acetone (400mL),15%MeOH : Acetone (400mL), 20% MeOH : Acetone
(400mL), 25% MeOH : Acetone (400mL), 30% MeOH : Acetone (400mL), 40% MeOH : Acetone (400mL),
50% MeOH : Acetone (400mL), 60% MeOH : Acetone (400mL), 70% MeOH : Acetone (400mL), 80% MeOH
: Acetone (400mL), 90% MeOH : Acetone (400mL), 100% MeOH (400mL), 5% H20 : MeOH (400mL), 10%
H20 : MeOH (400mL), #asansIusIuwasmssnad lalaganfonnuuandsnisds TLC wuildsuvasans
i 7 fractions (MX1-MX7) G931 86
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MMG6 fraction
5.7560 g

Column chromatography

CH2CL2:Acetone:MeOH

* \J \ \J \J * \J \J

MX1 MX2 MX3 MX4 MX5 MX5c MX6 MX7
246mg||329mg| | 390mg | |1.2921g| |71.9mg| | 278 mg | |1.8662g| |1.4008 g

gﬂﬁ 86. NMIUYNFIIVAIRIBVDIENTRNA MeOH-M6 @28 column chromatography
Wminuasaninlduis sansmzniouen uszdauvesIpnaefeunliusnvaiudazdiunad
R1IRNA MX1-MX7 uazWdn MX5c Laadluanneh 48 uazanwmensuanuasssiiduasddsznauuu TLC

YaINJ 7 fractions WRNANNLLNbG LEAIaI3LN 87

@139 48. USNm anwozguen uazsauasIgmMeaefeuifnlsugn fraction MX1-MX7

Fraction 5’gmmﬂﬁawﬁl Wwin (9) ANBWHLEITENG
MX1 100% CH,Cl, — 20% Acetone : CH,Cl, 0.0246 ATILRLARDY
MX2 20% Acetone : CH,Cl, — 30% Acetone : CH,Cl, 0.0329 mywiladinaasenihea
MX3 40% Acetone : CH,Cl,— 60% Acetone : CH,Cl, 0.3900 mywiladinaasenihea
MX4 70% Acetone : CH,Cl,— 10% MeOH : Acetone 1.2921 gInilasinaasauinea
MX5 15% MeOH : Acetone 0.0719 myniladinaaseninea
MX5c | 15% MeOH : Acetone 0.0278 NANET1IUIA
MX6 20% MeOH : Acetone — 35% MeOH : Acetone 1.8662 ssnilasmaasautiana
MX7 40% MeOH : Acetone — 100% MeOH 1.4008 ssnilasmansautiiana
12345567 12345567
A B c D

gﬂﬁ 87. TLC chromatograms YDIFIWVAIENIRNA MX1-MX7
Solvent system : MeOH : EtOAc [1:9] + 0.1% formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm
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é 1 Q
4.3.2.25 NMIUYNFNTDONYNDENIBINTNYDIVDIFINVDIFITENA MeOH-X3 (MX3)
WdIuaIEnIEna MX3 1nwin 0.3900 n3u uueNead183T column chromatography lagld3y
mManafitu octadecyl silane (C18) (40 g) LLaxsl“ﬁi'gmﬂmmﬂﬁauﬁLﬂu 50% H,0 : MeOH (400 mL), #84391N

TURIUVIFNIFNAN b L8 aFEANNLANAIMEAT TLC wuinldsusesansana 6 fractions (MY1-MYB) 69
3 88

MX3 fraction
0.3900 g

Column chromatography
50% MeOH : H,O

I SR s SN S

MY1 MY2 MY3 MY4 MY4c MY5 MY®6
5.9 mg 81.6 mg 186.9mg 38.6 mg 26.9 mg 20.9 mg 25.1 mg

gﬂﬁ 88. NMIUYNFIIVAIRIBVDIENTRNA MeOH-X3 @28 column chromatography

Wminuasaninlduis ansaznisuen uszdiauvasIpaaefaunnliusnvasudazdiunad
§138NA MY1-MY6 UasHAN MY4c ugadluansnsil 49 uszanwaensugnaasansniduasdlsznauum TLC
28413 6 fractions UAzWANALLN| uFAIGIFLN 89

@139 49. USNm AnwzMewen uazaauaIgmMeaefewinlsusn fraction MY1-MY6

Fraction i'gmﬂmfi:auﬁ ¥win (mg) ANHWHLEITENA
MY1 50% H,0 : MeOH 5.9 ssniiaiinena
MY?2 50% H,0 : MeOH 81.6 sswiladiima
MY3 50% H,O : MeOH 186.9 NIFLARDY
MY4 50% H20 : MeOH 38.6 NIFLWRDY
MY4c | 50% H,O : MeOH 26.9 NANFLWRDS
MY5 50% H,0 : MeOH 20.9 NIFLARDY
MY6 50% H20 : MeOH 25.1 mitasinana
1 234 456 1 234456
A B c D

31]17; 89. TLC chromatograms YDIRIBVDIENTRNA MY1-MY6
Solvent system : MeOH : EtOAc [1:9] + 0.1% formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm
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é 1 -
4.3.2.26 NSUYNEITDANNINBININVDIVDIEINVDIANTEANA MeOH-Y3, Y4 uaz Ydc
(MY3+MY4+MY4c)
AN NLENABa83T column

MY4  uaz MY4c inminTia 252.4

chromatography I@U‘L“ﬁi’gmﬂmﬁlﬂu octadecyl silane (C18, 40 g) LLa:SL%i'g]mﬂmmﬂﬁauﬁLﬂu 50% H,0 :

wFIUVIFITENA MY3,

MeOH (400 mL) %a93INTINEIUaIaNIaENad lelasanduanuuanddisds TLC  ldauvasansana 4
fractions (MZ1-MZ4) @931 90

MY 3,MY4,MY4c fractions
252.4 mg

Column Chromatography
50% MeOH : H,O

MZ1 MZz2 MZ3 MzZ4
4.4 mg 139.9 mg 87.7 mg 3.3 mg

gﬂﬁ 90. NMIUYNFIIVBIRIUVDIENTRNA MeOH-Y3, Y4 Uaz Y4c 618 column chromatography

Wminuasaninlduis snsmzniouen uszsauvasIpaaefanniliusnvasudazdiusad
RIIENA MZ1-MZ4 1aadlunansndf 50 wazanumenshuNUaIaINduasndsznouun TLC 28994 fractions
LEAINITUN 91

U

~

@19197 50. USm4 Anwoenouan uazsauvesigaaafeuwnnlgdien fraction MZ1-MZ4

Fraction i'gmﬂmﬁauﬁ Wwiin (mg) ANHWHLEITENA
MZ1 | 50% H,0 : MeOH 44 mswiladiima
MZ2 50% H,O : MeOH 139.9 sswiladiima
MZ3 | 50% H,0 : MeOH 87.7 swiladiima
MZ4 50% H20 : MeOH 9.3 saniiaminea
r 2 3 4 1 2 3 4
A B Cc D
517 91. TLC chromatograms UaI&IUVBIRIIENG MZ1-MZ4

: MeOH : EtOAc [1:9] + 0.1% formic acid
:A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

Solvent system

Detector
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4.3.2.27 NMIUENEITOONNENNTINNVBIDIRINVDIFTENA MeOH-X4 (MX4)

idnvasETana MX4 Hntin 1.2921 n3y wuendads3 column chromatography lagldig
mansiilu silica gel (Grade 7734, 70-230 mesh, 25 g) LLaz’l‘*ﬁi'gmﬂmﬂLﬂﬁauﬁmuﬁ’]ﬁuﬁaﬁt 100% CH,Cl,
(500 mL), 1% MeOH : CH,Cl, (200 mL), 3% MeOH : CH,CI, (200 mL), 5% MeOH : CH,Cl,(1200 mL), 7%
MeOH : CH,Cl, (1200 mL), 10% MeOH : CH,CI,(500 mL), 20% MeOH : CH,Cl,, 30% MeOH : CH,Cl,, 40%
MeOH : CH,Cl,, 50% MeOH : CH,Cl,, 70% MeOH : CH,Cl,, 90% MeOH : CH,Cl, 8t198% 300 mL uaz 100%
MeOH (800 mL) #8391n3 08I %uaIssanad e lagandunnuuandeeeds TLC wuinldsuvasansania 5
fractions (MAA1-MAAS) #3Ui1 92

MX4 fraction
1.2921 g

Column chromatography

CH,Cl,:MeOH
v v v v v
MAA1 MAA2 MAA3 MAA4 MAAS
13.9 mg 77.7 mg 203.0 mg 684.3 mg 226.8 mg

g‘ﬂﬁ 92. MILLNFIIVAIFINVAIENIFNA MeOH-X4 @78 column chromatography

Wminuasninlduis ansmzniouan uwasaauvadIpaaefanniliusnvasudazaiusad
§138N0 MAAT-MAA5  ugaslua1anef 51 uszansmenisusnvasansiiduesdlsznavun TLC 20919 5
fractions W¥A4993UN 93

@13199 51. USNm anwomeuen uaziauesIpmeinfewinlsuen fraction MAA1-MAAS

Fraction i'gmmﬂﬁauﬁ ¥wiin (mg) | anwamcaIIENA
MAA1 | 100% CH,Cl, — 5% MeOH : CH,Cl, 400 ml 13.9 gsniiadrinana
MAA2 | 5% MeOH : CH,Cl, 0.5 L — 7% MeOH : CH,Cl, 0.6 L 77.7 ganiiadiana
MAA3 | 7% MeOH : CH,CI, 0.6 L — 10% MeOH : CH,Cl, 0.2 L 203 ganiiadtiana
MAA4 | 10% MeOH : CH,Cl, 0.3 L — 30% MeOH : CH,CI, 0.15 L 684.3 sniladtinana
MAA5 | 30% MeOH : CH,Cl, 1.5 L — 100% MeOH 226.8 ssniiadinanaden

1 2 3 4 5 1 2 3 4 5
A B c D

3111 93. TLC chromatograms 2898428481381 MAA1-MAAS5
Solvent system : MeOH : EtOAc [1:9] + 0.1% formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm
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J 1 Q
4.3.2.28 NMIUYNFNTDANHNDENBINTNYDIVDIFINVDIFN1TENA MeOH-AA3
WsnpesEnIana MZ3 Wniin 0.2030 N3N AuENaad183T column chromatography lagldignie
a3l octadecyl silane (C18) (40 g) uazldipmaniaiadaniitiln 50% H,0 : MeOH (400 mL) #8IaNTINGIN

Y2IENIANAN ba LANALANULANAIGEAT TLC wuinldsuvasansana 4 fractions (MAB1-MAB4) a9z 94

MAAZ3 fraction
0.2030 g

Column chromatography

50% MeOH : H,O

Y Y A % \ 4

MAB1 MAB2 MAB3 MAB3c MAB4
161.9 mg 9.5 mg 9.8 mg 1.9 mg 19.9 mg

31lﬁ 94. MILYNRIIVAIFINVDIENINNA MeOH-AA3 @28 column chromatography

Wmsnuasninlduis ansmzniouan uszaauvadIpaaefannliusnvasudazaiusad
§138NA MAB1-MAB4 uazWidn MAB3c uaasluanieil 52 uazansmensuenvassnsiduasddsznavun
TLC 284113 4 fractions wazWAnfiuenle uaasdazuf 95

@13197 52. USNmh AnwaMenan uazsauesIpMeaaaawinlsuen fraction MAB1-MAB4

Fraction "'a'gmﬂmfi:auﬁ ¥win (mg) ANHWHLEITENA
MAB1 | 50% H,O : MeOH 161.9 sniiadiiana
MAB2 | 50% H,O : MeOH 9.5 NIFLWRDIB D
MAB3 | 50% H,O : MeOH 9.8 NIFLNRBIBDH
MAB3c | 50% H,O : MeOH 1.9 NANRLARDIB
MAB4 | 50% H,O : MeOH 19.9 NIFLNRBIBDH

-
! 1 2 3 3c 4 1 2 NSRS
B Cc
31]“?; 95. TLC chromatograms YDIRIUVDIENIRNA MAB1-MAB4
Solvent system : MeOH : EtOAc [1:9] + 0.1% formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

= a ' o
4.3.2.29 NMIUYNFNIDANYNDENBINTNYDIVDIFINVDIF1TENA MeOH-AA4S
WNEINVITNIENA MAA4 NN 0.6843 NTU W UENADA2EIT column  chromatography lasld3y)
mansiilln octadecyl silane (C18,40 g) uazliignmaniaadaniitiln 50% H,0:MeOH (400 mL) WaI31NTI

#IUVBIRNIENATN LH AL NALANNLANGIe83T TLC laaIuvasansana 5 fractions (MAC1-MACS5) a931n 96
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MAA4 fractions
684.3 mg

Column chromatography
50% MeOH : H,O

v v r v Y

MACA1 MAC2 MAC3 MAC4 MAC5
9.1 mg 261.8 mg 118.9 mg 175.1 mg 4.9 mg

gﬂﬁ 96. NMIULONFIIVAIFIBVDIENTRNA MeOH-AA4 628l column chromatography

Wminuasaninlduis snsmzniouen uszdauvesIpaaefeunliusnvaiudazdiusad
§138N0a MAC1-MAC5  ugaslua13199 53 wazanmwmensugnuedsniniduasdsznauun TLC  28INI5

fractions LLamﬁagﬂﬁ 97

@139 53. USNm4 anwoMenen uazsauesIpmeanaawinlsuen fraction MAC1-MACS

Fraction 5’Qmmﬂﬁauﬁ Wwin (mg) ANBWLINIENA
MAB1 | 50% H,O : MeOH 9.1 mandiadiians
MAB2 | 50% H,O : MeOH 261.8 mandiadiias
MAB3 | 50% H,O : MeOH 118.9 mandiadtiians
MAB4 | 50% H20 : MeOH 175.1 sanilemihaaiaznau
MAB5 | 50% H,O : MeOH 4.9 NIFLNRBIED
1 2 3 4 5 1 2 3 4 5
A B C D

3111 97. TLC chromatograms 2898342848138 MAC1-MAC5
Solvent system : MeOH : EtOAc [1:9] + 0.1% formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

4.3.2.30 MIUENEITDANNENTININYDIVDIFINVIFETEA MeOH-ACA

YNdInaIaIaNA MAC4 1inwtin 175.1 N3y wuendadieis column chromatography Tanldiy
mansfitiln octadecyl silane (40 g) LLa:’Lﬁi'gn'mn'mm'é"auﬁLﬂu 50% H,0 : MeOH (400 mL) A8INTINEIH
yosssanadlalagoduanunandsnieds TLC lasuassnsania 5 fractions (MAD1-MADS) ﬁogﬂﬁ 98

iwtnudsanrilwuds Snemenouan uaziausasipmanteuiiilfusnyaudazdiuves
§3810 MAD1-MAD5 Wasian MAD3c uaadluaniefi 54 uazdnwaenisuonuassnsfiiinasslsznauum

TLC 28414 5 fractions WazNANNWaN la LLamﬁogﬂﬁ 99
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MAB4 fraction
01751 g

Column chromatography
50% MeOH : H,O

‘ h J h J v ¢ ¢
MAD1 MAD2 MAD3 MAD3c MAD4 MADS
27.5mg 57.2 mg 17.2 mg 45.5 mg 29.6 mg 24.3 mg

gllﬁ 98. MILYNFIIVAIFINVAIENINAA MeOH-AC4 @78l column chromatography

@13197 54. USNm4 ANwIM RN UazEaUIDIIpMaARawiNlTuen fraction MAD1-MAD5

Fraction i'gmﬂmfi:auﬁ Wwin (9) ANHWHLEITENA
MAD1 | 50% H,O : MeOH 0.0275 asLiiea

MAD2 | 50% H,O : MeOH 0.0572 aswEhea

MAD3 | 50% H,O : MeOH 0.0172 NIFLWRDIED

MAD3c | 50% H,O : MeOH 0.0454 NANFLARDY

MAD4 | 50% H20 : MeOH 0.0296 NIFLRBS

MAD5 | 50% H20 : MeOH 0.0243 NIRRT

1 2 3 3 4 5 1 2 3 3 4 5

A B c D

gﬂ‘ﬁ 99. TLC chromatograms YBIRIUVDIENTRNA MAD1-MAD5
Solvent system : MeOH : EtOAc [1:9] + 0.1% formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

nANEWaasR ldandiuvesanIana MAD3 (MAD3c) e 454 Hadnsu Janwmzun NMR
spectra Uz TLC tilawny MT3c Sanwmaidunanfiniosdan 391410u compound 7

é’aﬁ?umiaﬁ'mmﬂmm’mUamaﬁmquvlﬁmm%qﬂ'ﬁf 8 i@ é’auamuwuﬁamnmﬂgﬂﬁ 100-
101 Tagasariaduiofinazdiaa susnusnldanslungy terpenoid 5 wila Ao betulinic acid (1),
ursolic acid (2), jacoumaric acid (3), 20-hydroxyursolic acid (4) L8 stigma-5-en—3-0-B-glucoside
(5) LLa:aWiaﬁ’ﬂ%uLuﬂwuaaawmsnLLsm"LéTmﬂuﬂéju polyphenol 8n 3 w#ia @a gallic acid (6),

myricetin-3-O-0l-L-rhamnoside (7) LLa¢ quercetin 3-O-0l-L-rhamnoside (8)
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EtOAc extract
17.00 g

Column chromatography

Acetone:Hexane, MeOH: CH,Cl,

v v v v ¥ v
EA1 EA2 EA3 EA4 EA5 EA6
0.18g || 0.10g 121g 8.89 g 2.36 g 1.40 g

Column chromatography

< Acetone:Hexane, Acetone:MeOH

|

Ly

e T

—

EB1 EB2 EB3 EB3p EB4 EB4p EB5 EB6 EB6p EB7 EB8
128.9mg | [298.6mg | [229.1mg| | 2.0 mg 609.9mg 46.8 mg | |530.8mg || 2.43g ||367.9mg 1459 1.56 g
Betulinic acid ‘
Column chromatography Acetone:Hexane, Acetone:MeOH
EC1 EC2 EC3 EC3c EC4 EC4p EC5 EC6
13.7 mg 11.8 mg | | 562.3mg 6.8 mg 51.5 mg 5.8 mg 98.1 mg | [132.2mg
Betulinic acid
Column Chromatography| Acetone:Hexane, Acetone:MeOH
v v v v v v v
ED1 ED2 ED3 ED4 ED5 ED6 ED7
32.6 mg |[ 80.9 mg |[ 57.4 mg || 137.7mg | 50.7 mg || 37.7 mg || 929 g
Column chromatography| Acetone:Hexane, MeOH:Acetone
v v v v v v v
EE1 EE2 EE3 EE4 EE5 EE6 EE7
2.5 mg 7.2 mg 741 mg || 118 mg || 8.2 mg 1.8 mg [[22.0 mg
Ursolic acid
Column chromatography | CH,CI, : MeOH
EF1 EF2 EF3 EF4 EF5 EF6 EF7 EF8 EF9 EF10
77.0mg || 33.5mg | [634.7mg| |368.3mg| |721.4mg| [224.5mg| | 50.2 mg 59.7 mg | [125.9mg | | 197.2mg
Column chromatography | CH,Cl, : MeOH
EG1 EG2 EG3 EG4 EG5 EG6 EG7 EG8
2.9 mg 3.0 mg 557.7mg| | 360.0mg| |142.0mg| | 26.6 mg 94.0 mg | | 388.7mg
Column chromatography v ‘ ‘
MeOH:CH,Cl, Jacoumaric acid
EH1 EH2 EH3 EH4 EH5 EH6 EH7 EH8
148 mg | 204 mg | [44.8 mg | [173.1mg 17.6 mg | | 12.4 mg 7.0 mg 35.9 mg
Column chromatography | MeOH:CH,Cl,
El ElI2 EI3 El4 EI5 EI6 EI7 EI8
10.4 mg 20.9mg | |36.2mg| | 29.4 mg 6.9 mg 61.4 mg 5.3 mg 152.5mg

Eﬂﬁ 100. LLN%&T@?’J&I‘Uadﬂ’ﬁLLEJﬂﬁ']iﬁ]'mﬁ'ﬁﬁﬁ/@%EJ"I‘iJLQ“ﬁEIQZ"’?ILﬂWIJBdﬂa(ﬂl,ﬁﬁ(ﬂ’lzu
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E-A5 fraction

2369
Column Chromatography
50% MeOH : H,O
{ Y ! R Y
EJ1 EJ2 EJ3 EJ4 EJ5 EJ6 EJ7 EJ8
65.7 mg 62.9 mg 2414 mg 88.2mg | | 2087 mg | |483.4 mg| |840.1 mg| | 237.9 mg
‘ \
Column Chromatography| MeOH:CH,CI,
EK1 EK2 EK3 EK4 EKS EKe
8.8 mg 5.3 mg 8.6 mg 81 mg 9.3 mg 103.2 mg
Column Chromatography
MeOH:CH,Cl,
S R '
EL1 EL2 EL3 EL4 EL5
17.1 mg 23.5 mg 20.0 mg 14.1 mg 28.2 mg
2-0OL-hydroxyursolic acid
Column Chromatography

MeOH:CH,Cl,

'

'

'

o

EM1 EM2 EM3 EM4 EM5 EM6
3.7mg 6.7 mg 24.2 mg 4.3 mg 21.8 mg 27.3 mg
Column Chromatography
MeOH:CH,CI,
vy ' ' . v ] '
EN1 ENZ2 EN3 EN4 EN5 EN6 EN7 ENS8 EN9 EN10
4.9 mg 1 mg 9.1 mg 0.4mg 10.4 mg 14 mg 5.2 mg 10.4 mg 46.5 mg 204.8 mg
A4 A4 A4 A4
EN6c EN7c EN8c EN9c
4.5 mg 4.4 mg 9.6 mg 31.5mg

Stigma-5-en-3-0-3-glucoside

3111 100. (si) UNKHININVBINIUININTNENIRNARIUIBNIRBLANYIDBALFT AT

81



MeOH extract

64.56 g

Quick Column Chromatography

MeOH : CH,Cl,

| A Y A A e T
MA1 MA2 MA3 MA4 MAS MAG MAGc MA7 MAS
177.8mg || 108.1mg || 231.5mg || 551.0mg || 530.8mg || 352.1mg || 10.6 mg || 1842 g || 27.56 g

Column Chromatography

\ \

EtOAc : Hexane, MeOH : EtOAc

v v v v

v v v v v v

MB1 MB2 MB3 MB4 MBS MB6 MB7 MB8 MB9 MB10
159 mg || 51mg |[ 3.2mg || 11.3 mg ||147.2mg || 93.7 mg || 30.2 mg || 32.4 mg || 80.6 mg || 105.8mg
[ \
Column Chromatography | MeOH : CH,CI, ‘ ‘
v v v v
McC1 MC2 MC3 MC4 MC5
Column Chromatograph
6.0 mg ||107.7mg|| 59.8 mg || 26.0 mg || 12.3 mg graphy
\ \ | MeOH:EtOAc
MG1 MG2 MG3 MG4 MG5 MG6
Column Chromatography 10 mg 6.5 mg 5.6 mg 114 mq 83.8 mg 17.8 mg
MeOH:CH,Cl,
MF1 MF2 MF3 MF4 MF5 MF6 MF7
44 mg || 3.9mg | |27.3mg]| [27.2 mg| |13.3 mg| [ 8.7 mg | [14.2 mg
Column chromatography| MeOH
Column Chromatography MH1 MH2 MH3 MH4 MH5
MeOH:CH,Cl, 146 mg || 465mg || 104mg || 48mg || 48mg
Y L L v L L Li
MD1 MD2 MD3 MD4 MDS MD6 MD7
2.6 mg 2.2mg 163 mg||220mg || 10.1 mg| | 48.1 mg 3.1mg
Column Chromatography| MeOH:CH,CI,
v v ‘ v v
ME1 ME2 ME3 ME4 MES
4.7 mg 3.4 mg 56.6 mg 3.2mg 14.1 mg
Column Chromatography | CH,Cl, : MeOH

A 4 A A 4 A 4 ¢ A4 A 4 ; v A 4

MI1 Mi2 MI3 Mi4 Mldc MI5 MI6 Ml6c MI7 MI8
16.1mg || 6.7 mg |[122mg [ 66.8mg || 52mg |[52.0mg |[|177.2mg|| 3.1 mg ||177.8mg|| 99.1 mg
1 \
Column Chromatography| 60% MeOH : CH,Cl, Column Chromatography 60% MeOH : CH,Cl,
MJ1 MJ2 MJ2c MJ3 MK1 MK2 MK2c MK3 MK4
9.1 mg [[26.0 mg|| 1.9 mg |[26.5 mg 59mg |[88 mg || 24 mg [[23.7 mg|| 5.9 mg
Column Chromatography | 60% MeOH : CH,Cl,
ML1 ML2 ML3 NL3c ML4 ML4c ML5
348 mg|| 92mg [|86.1mg|| 3.2mg ||263 mg|| 2.3 mg 6.9 mg

Eﬂﬁ 101. LLN%ﬁx‘]TJN%a\‘]ﬂ’]iLLEJﬂﬁ'liﬁ]'mﬁ']iﬁﬁ’@]ﬁEJ”I‘]JL&IY]']%E]E\]’UE]{‘IUa@Lﬁﬁ(ﬂ‘qu
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M-A7 fraction

18.4174 g
Column Chromatography [MeOH:CH,CI,
MM1 MM2 MM3 MM4 MM5 MM6
1.3 mg 151 mg 527.3 mg 561.5 mg 3.6403 g 5.7560 g
I
Column Chromatography | MeOH:CH,CI,
v v v v v v v
MN1 MN2 MN3 MN4 MN5 MN6 MN7
53.3mg | |261.2mg| | 52mg ||129.2 mg| |16.6 mg| |53.3 mg| | 17.8 mg
[ |
Column chromatography| H,O : MeOH
v v v v v v v v ¥
MO1 MO2 MO3 MO4 MO5 MO6 MO7 MO7c MO8
6.2mg ||31.7mg || 21.6mg || 13.1 mg || 204 mg | | 20.4 mg | | 40.0 mg 1.8 mg || 18.6 mg
Column chromatography
MeOH : Acetone, H,0 : MeOH
MP1 MP2 MP3 MP4 MP5 MP6 MP7 MP8 MP9
10.2 mg 73.4 mg 567.3 mg 613.7mg || 7021 mg | [461.1 mg|| 191.5 mg || 253.0 mg || 203.8 mg
y |
MP3c Column Chromatography 50% MeOH : H,0O
G S SN SN S
MV1 MV2 MV3 MV4 MV5 MV6
33.6mg || 135.7mg || 36.9mg |[290.4 mg || 43.6 mg || 13.9 mg
Column chromatography |50%MeOH : H20

Column Chromatography MeOH:CH,CI,

v

Y

v

v

MQ1 MQ2 MQ3
499 mg (|13.1mg| | 2.0 mg

MQ3p MQ4
8.6 mg 5.6 mg

MQ5
3.7 mg

Column Chromatography| 50% MeOH : H,O

MS1 MS2 MS3 MS3c MS4 MS5
o .
56.3 mg 5.0 mg 488 mg || 86.8 mg 2.9 mg 4.8 mg Column chromatography| 50% MeOH : H,0
Gallic acid * + +
Column Chromatography 50% MeOH : H20 MWA1 MW?2 MW3 MW4
+ + + + + + 170.8 mg || 74.9 mg | [ 85.9 mg | | 69.5 mg
MR1 MR2 MR3 MR4 MR5 MR6
348.0mg | | 59.6 mg 441 mg 3.9 mg 4.9 mg 9.4 mg

!

y |

!

| S I

Y

MTA1 MT2 MT3 MT3c MT4 MT5 MT6 MT7 MT8
9.6 mg 1816 mg || 484 mg |[ 1298 mg || 329 mg || 253 mg | | 70.5mg | | 13.1mg | | 81.5 mg
Myriccetin-3-O-OL-L-
rhamnopyranoside Column Chromatography | 50% MeOH : H,O
Y Y Y vy Y y
MU1 MuU2 MU3 MU4 MU4c MU5 MU6
2.5 mg 14.6 mg 3.4 mg 17.9 mg 24.7 mg 1.4 mg 2.8 mg

Quercetin-3-0-0l-L-
rhamnopyranoside

E‘]_Iﬁ 101. (ma) LLN%[‘:GTJ&J“IIa\‘iﬂ'ﬁLLElﬂﬁ’]i’i]’mﬁ’ﬁﬁﬁ’ﬂ%EIWULN‘Y]']‘I/LGQ"U@GUa@]Lﬁﬁ@]“qu



MM6 fraction
5.7560 g

Column chromatography
CH2CL2:Acetone:MeOH

A N TN T S 2N S

MX1 MX2 MX3 MX4 MX5 MX56c¢ MX6 MX7

246 mg||32.9 mg 390 mg 1.2921 g 71.9 mg 27.8 mg 1.8662 g 1.4008 g
Column chromatography

50% MeOH : H,0

A NN SN S SUNIE S

MY1 MY2 MY3 MY4 MY4c MY5 MY6
5.9 mg 81.6 mg 186.9mg 38.6 mg 26.9 mg 20.9 mg 251 mg
Column Chromatography Column chromatography
53% MeOH : HfO * * CH,Cl,:MeOH
| v v v
MZ1 MZ2 MZ3 MZ4 MAA1 MAtZ MAA3 MAA4 MAA5
4.4 mg 139.9 mg 87.7 mg 9.3 mg 13.9 mg 77.7 mg 203.0mg || 684.3 mg | | 226.8 mg
Column chromatography | J
50% MeOH : H,0 Column chromatography| 50% MeOH : H,O
v ooy v { ' { !
MAB1 MAB2 MAB3 MAB3c MAB4 MAC1 MAC2 MAC3 MAC4 MACS
161.9mg || 9.5mg 9.8 mg 1.9mg 19.9 mg 9.1 mg 261.8mg | [ 1189 mg || 1751 mg|| 4.9 mg

Column chromatography ‘
50% MeOH : H,O

Y v | E— Y Y

MAD1 MAD2 MAD3 MAD3c MAD4 MADS
27.5 mg 57.2mg 17.2mg 455 mg 29.6 mg 24.3 mg

Myriccetin-3-O-OL-L-
rhamnopyranoside
z‘l.lﬁ 101. (@ia) LLN%ﬁdi’JN“ﬂadﬂﬂiLLUﬂﬁ’]iﬁ]’mﬁ’]iﬁﬁ'ﬂ‘lﬁEI’]ULNYI”]%E]G“DBGEJE]@L&&?@]“Q%

a s _a ‘{ {
4.4 mswgaﬁmnanmﬂfmamzﬁwmmsmqﬂﬁﬁtwnlﬁ
441 i nnuenlanaIuuesznsana EtOAC-B3p mm‘mﬁgmﬂmaa%ﬂéﬁﬂu betulinic acid
o A a @ 1 13 . o o 13 o
as3uf 102 TasuSpuifisudaya H-NMR uaz  C-NMR (lu pyridine-ds) fiudaya  C-NMR WAz ansmeng

MENWAKE NASIMBINUILED (Peng, 1998) 9011911 55

3171 102. T334 betulinic acid
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Physical characteristics: white needles from MeOH/CH,CI,, m.p. 278.0-279.0 °c

FTIR Vﬁgxr cm’: 3600-3200 (3451), 2942, 2869, 1687, 1639, 1579, 1453, 1376, 1321, 1299, 1236, 1188,
1108, 1044, 984, 972, 944, 887, 741.

[0] 22 : +5.16" (c 1.0, pyridine) [(Lee, 2003) [0] 3 : +7.8° (c 0.9, pyridine)]

EIMS m/z (% relative intensity): 456 [M]  (4), 411 (8), 381 (8), 248 (39), 219 (15), 203 (55), 189 (100).

HR-ESI-MS: m/z found: 479.3498 [M+Na]+, calcd. for C4,H,s03Na, 479.3501.

A13197 55. 'H-NMR uaz C-NMR spectroscopic data of compound 1 LLaZ betulinic acid (Peng, 1998)

EtOAc-B3p Betulinic acid
Positions
O O, (mult., J (Hz)) O O, (mult., J (Hz))

1 39.34 1.65 (1H, dt, 13.0, 3.3) 39.3 0.99 (m)
0.97 (1H, m) 1.67 (br d, 12.9)

2 28.34 1.85 (2H, m) 28.3 1.85 (m)

3 78.19 3.45 (1H, dd, 8.9, 7.2) 78.1 3.45 (t, 7.2)

4 39.57 - 39.5 -

5 55.98 0.81 (1H, m) 56.0 0.82 (m)

6 18.83 1.54 (1H, m) 18.8 1.56 (m)
1.40 (1H, m) 1.38 (m)

7 34.88 1.39 (2H, m) 34.9 1.45 (m)

1.38 (m)

8 4117 - 41.1 ]

9 51.01 1.40 (1H, m) 51.0 1.38 (m)

10 37.57 - 37.6

11 21.26 1.42 (1H, m) 21.2 1.43 (m)
1.20 (1H, m) 1.21 (m)

12 26.17 1.93 (1H, m) 26.2 1.21 (m)
1.20 (1H, m) 1.94 (m)

13 38.67 2.73 (1H, td, 11.5, 3.3) 38.7 2.74 (m)

14 42.90 - 42.9 -

15 30.33 1.87 (1H, m) 30.3 1.26 (m)
1.25 (1H, m) 1.88 (m)

16 32.93 2.62 (1H, br. dt, 12.7, 3.3) 32.9 1.55 (m)
1.54 (1H, m) 2.63 (m)

17 56.69 - 56.6 -

18 49.82 1.75 (1H, t, 11.5) 49.8 1.77 (t, 11.5)

19 47.82 3.53 (1H, m) 47.8 3.52 (m)

20 151.38 - 151.3 -

21 31.26 2.23 (1H, m) 31.2 1.53 (m)
1.54 (1H, m) 2.24 (m)

22 37.63 2.23 (1H, m) 37.6 1.57 (m)
1.54 (1H, m) 2.25 (m)
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EtOAc-B3p Betulinic acid

Positions
O O, (mult., J (Hz)) O O, (mult., J (Hz))

23 28.72 1.22 (3H, s) 28.7 1.22 (s)

24 16.39 1.00 (3H, s) 16.3 1.00 (s)

25 16.47 0.81 (3H, s) 16.4 0.83 (s)

26 16.47 1.05 (3H, s) 16.4 1.06 (s)

27 14.95 1.06 (3H, s) 14.9 1.07 (s)

28 178.93 - 178.8 -

29 110.00 4.77 (1H, br. s) 109.9 4.95 (s)
4.94 (1H, br. s) 4.77 (s)

30 21.26 1.78 (3H, s) 19.5 1.79 (s)

‘Both "C-NMR (125 MHz) and 'H-NMR (500 MHz) were recorded in pyridine-ds.
“Both "C-NMR (181.05 MHz) and 'H-NMR (719.95 MHz) were recorded in pyridine-ds.

442 vaaudigunuenlaansiuvedansana EtOAC-E3 mmmﬁgaﬂmm%ﬂﬁﬂu ursolic acid @4

{ @ 1 13 o o { 1%
U7 103 lauSpuifioudays H-NMR uaz C-NMR (lu DMSO-dg) riudaya NMR filasfisnsnuaiud
(Kriwacki, 1989) 4413141 56

gﬂﬁ 103. la398319 ursolic acid

Physical characteristics: white powder from MeOH/CH,Cl,, m.p. 235.0-240.0 °c
FTIR VﬁBr cm’: 3600-3200 (3432), 2950, 2871, 1690, 1457, 1388, 1285, 1028, 998.

o

[0] 2 : +40.1 ° (c 0.5, methanol) [(Taketa, 2004) [0L] 2 : +21.4° (c 0.4, methanol)]

EIMS m/z (% relative intensity): 456 [M]" (2), 248 (100), 219 (24), 203 (71), 189 (22), 161 (16), 133 (2), 119
(18), 91(26), 55 (11)

HR-ESI-MS: m/zfound: 479.3505 [M+Na]’, calcd. for CyoH,0sNa, 456.3591.

Gn‘s’ld‘vdll 56.1H-NMR haY 13C-NMR spectroscopic data of compound 2 LLag ursolic acid (Kriwacki, 1989)

EtOAc-E3 C ursolic acid
Positions
O O, (mult., J (Hz)) O O, (mult., J (Hz))

1 38.26 0.90 (1H, m) 39.1 0.95
1.51 (1H, m) 1.52
2 26.98 1.45 (2H, m) 28.1 1.82
3 76.87 2.99 (1H, m) 78.1 3.46

4 38.38 - 39.5 -
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EtOAC-E3 C ursolic acid

Positions

O O, (mult., J (Hz)) O O, (mult., J (Hz))
5 54.81 0.65 (1H, m) 55.8 0.88
6 18.00 1.45 (1H, m) 18.8 1.56
1.28 (1H, m) 1.33
7 32.72 1.43 (1H, m) 33.6 1.55
1.25 (1H, m) 1.35
8 41.65 - 39.5 -
9 47.04 1.45 (1H, m) 48.1 1.62
10 36.33 - 37.3 -
11 22.86 1.84 (2H, m) 236 1.94
12 124.58 5.1 (1H, t, 3.0) 125.7 5.50
13 138.20 - 139.3 -
14 41.65 - 425 -
15 27.55 0.98 (1H, m) 28.7 1.20
1.79 (1H, m) 2.33
16 23.82 1.90 (1H, m) 24.9 2.12
1.51 (1H, m) 1.97
17 46.84 - 48.1 -
18 52.40 2.09 (1H, d, 11.0) 53.6 2.62
19 38.46 1.51 (1H, m) 39.5 1.45
20 38.55 0.97 (1H, m) 39.4 0.93
21 30.20 1.43 (2H, m) 31.1 1.40
22 36.53 1.53 (2H, m) 37.5 1.95
23 28.26 0.88 (3H, s) 28.8 1.23
24 16.10 0.73 (3H, s) 16.5 1.01
25 15.22 0.85 (3H, s) 15.7 0.87
26 17.00 0.66 (3H, s) 175 1.04
27 23.27 1.02 (3H, s) 23.9 1.21
28 178.28 179.8
29 16.92 0.79 (3H, d, 6.4) 175 0.98
30 21.10 0.98 (3H, d, 9.8) 214 0.93

‘Both ""C-NMR (125 MHz) and 'H-NMR (500 MHz) were recorded in DMSO-dj.
“Both "°C-NMR (75 MHz) and '"H-NMR (300 MHz) were recorded in pyridine-ds.

443 °IJadLL’]‘::lOg“lJ’]’JﬁLLLIﬂVL@?"i]’]ﬂB'(’JW’Uadﬁ'ﬁﬁﬁ'@] EtOAc-G5 uwar EtOAc-G6 mmmﬂgﬁlﬂmmﬁ’wﬂﬁﬂu

3B-O-trans-p-Coumaroyl-20(-hydroxy-urs-12-en-28-oic acid (Jacoumaric acid) ﬁogﬂ‘ﬁl 104 las3ouifiay

Taya "H-NMR uaz "C-NMR (1 DMSO-d,) Nudays NMR MLAsiinsn il (Lee, 2005) A30131497 57
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Eﬂﬁ 104. 1a398319 Jacoumaric acid

Physical characteristics: white powder from MeOH/CH,Cl,, m.p. 243.0-245.0 °c

FTIR Vﬁ':xr cm’: 3550-3100 (3325), 2970, 2944, 2870, 1695, 1634, 1606, 1515, 1455, 1368, 1310, 1268,
1202, 1169, 1108, 1045, 982, 960, 944, 830 (ref 2)

uv Xx:f*‘ nm (log &): 209 (sh, 4.48), 225 (4.41), 301 (sh, 4.58), 312 (4.62),

[l 34 1 +13.3 o(c 0.5, methanol), [(Numata,1989), [(L] 2D5: +18° (c 0.4, methanol)].

EIMS m/z (% relative intensity): 454(5), 409(5), 248(40), 133(100)
HR-ESI-MS: m/z found: 641.3816 [M+Na]+

Gn‘s’lﬂ‘vdll 57.1H-NMR haY 13C-NMR spectroscopic data of compound 3 LLaz Jacoumaric acid (Lee, 2005)

EtOAC-G5 Jacoumaric acid
Positions
Oc Oy (mult., J (Hz)) O O, (mult., J (Hz))

1 47.62 0.96 (1H, m) 48.3

1.87 (1H, m)
2 64.78 3.68 (1H, m) 66.7 4.32 (1H, dt, 4.0, 10.0)
3 83.61 4.51 (1H, d, 9.0) 85.4 5.28 (1H, d, 10.0)
4 39.00 - 40.2 -
5 54.39 0.91 (1H, m) 55.9
6 17.88 1.45 (1H, m) 19.0

1.35 (1H, m)
7 32.47 1.25 (2H, m) 337
8 41.71 - 40.3 -
9 46.87 1.55 (1H, m) 48.9
10 37.48 - 38.7 -
11 22.94 1.87 (1H, m) 241

1.84 (1H, m)
12 124.35 5.14 (1H, br t, 3.4) 125.8 5.49 (1H, br s)
13 138.31 - 139.9 -
14 41.71 - 42.9 -
15 27.48 1.78 (1H, m) 29.0

0.98 (1H, m)
16 23.78 1.93 (1H, m) 25.3
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1.53 (1H, m)

EtOAc-G5 ' Jacoumaric acid N
Positions

Oc Oy (mult., J (Hz)) O O, (mult., J (Hz))
17 46.87 - 48.4 -
18 52.36 2.11 (1H, d, 11.3) 53.9 2.65 (1H, d, 11.0)
19 38.40 0.91 (1H, m) 39.9
20 38.48 0.91 (1H, m) 39.8
21 30.15 1.41 (2H, m) 31.5
22 36.29 1.57 (1H, m) 37.9

1.53 (1H, m)
23 28.47 0.79 (3H, s) 29.4 1.08 (3H, s)
24 17.83 0.84 (3H, s) 18.7 1.06 (3H, s)
25 16.38 0.96 (3H, s) 17.3 1.01 (3H, s)
26 16.88 0.74 (3H, s) 18.0 1.06 (3H, s)
27 23.23 1.06 (3H, s) 24.4 1.24 (3H, s)
28 178.25 - 180.5 -
29 17.02 0.82 (3H, d, 6.3) 17.8 1.06 (3H, d, 6.0)
30 21.05 0.91 (3H, s) 21.9 0.98 (3H, d, 6.0)
1! 166.65 - 168.4 -
2' 115.11 6.38 (1H, d, 15.9) 117.3 6.69 (1H, d, 15)
3’ 143.96 7.52 (1H, d, 15.9) 145.3 8.02 (1H, d, 15)
1" 125.24 - 126.6 -
2" 130.09 7.53 (1H, d, 8.8) 131.1 7.57 (1H, d, 7.5)
3" 115.75 6.78 (1H, d, 8.8) 116.5 7.18 (1H, d, 7.5)
4" 159.60 - 161.8 -
5" 115.75 6.78 (1H, d, 8.8) 116.5 7.57 (1H, d, 7.5)
6" 130.09 7.53 (1H, d, 8.8) 131.1 7.18 (1H, d, 7.5)
2-OH 4.54 (1H, d, 5.6)
4"-OH 10.00 (1H, s)

‘Both ""C-NMR (125 MHz) and 'H-NMR (500 MHz) were recorded in DMSO-dj.
“Both "C-NMR (75 MHz) and 'H-NMR (300 MHz) were recorded in pyridine-ds.

444 °l|a\‘lLL;ﬁ\“]%?I']’JﬁLLEIﬂVL@Tﬁ]’]ﬂﬁ’J%T 9981Y8NA EtOAc-L3c

mmmﬂgaﬂmm%ﬂﬁﬂu

20(-

hydroxyursolic acid (corosolic acid) #a3Ufl 105 lasi3suifisuteys 'H-NMR waz "C-NMR (1 DMSO-d)

nudays NMR MLasiingauuiua (Jang, 2006) 4913199 58
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3171 105. 1a3985719 20L-hydroxyursolic acid

Physical characteristics: white powder from MeOH/CH,CI,, m.p. 238.1-240.3 °C
FTIR VKB cm™: 3600-3200 (3448), 2927, 1701, 1459, 1378, 1243, 1050
[0]2: +16.75 ° (c 1.0, methanol) [(Thuong, 2008) [0L]2° : +45.6° (¢ 0.1, methanol)]

EIMS m/z : 248.01 (100), 219 (32), 203 (75), 133 (87)
HR-ESI-MS: m/z found: 495.3700 [M+Na]+, calcd. for C3H,305Na, 472.3540

@19197 58. 'H-NMR sz C-NMR spectroscopic data of compound 4 and 20L-hydroxyursolic acid (Jang, 2006)

EtOAc-L3 C’ 20L-hydroxyursolic acid ;
Positions
O O, (mult., J (Hz)) O O, (mult., J (Hz))

1 47.10 0.75 (1H, m) 48.4

1.76 (1H, m)
2 67.24 3.46 (1H m) 69.0 4.09 (1H, ddd, 11.4, 9.3, 4.5)
3 82.33 2.72 (1H, d, 9.4) 84.2 3.40 (1H, d, 9.3)
4 39.83 - 40.2 -
5 54.80 0.74 (1H, m) 56.3
6 18.08 1.44 (1H, m) 19.2

1.30 (1H, m)
7 32.69 1.44 (1H, m) 33.9

1.27 (1H, m)
8 41.76 - 40.4 -
9 47.05 1.49 (1H, m) 48.5
10 37.60 - 38.8 -
1" 23.00 1.85 (2H, dd, 6.9, 3.5) 25.3
12 124.54 5.12 (1H, br t, 3.5) 125.9 5.48 (1H, t, )
13 138.32 - 139.7 -
14 41.76 - 42.9 -
15 27.56 0.97 (1H, br d, 13.4) 29.0

1.78 (1H, m)
16 23.86 1.91 (1H, m) 24.1

1.52 (1H, m)
17 46.90 - 48.5 -
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EtOAc-L3 C

20L-hydroxyursolic acid N

Positions

O O, (mult., J (Hz)) O O, (mult., J (Hz))
18 52.45 2.09 (1H, d, 11.1) 53.9 2.64 (1H, d, 11.1)
19 38.50 0.90 (1H, m) 39.9
20 38.56 0.90 (1H, m) 39.8
21 30.24 1.42 (2H, m) 315
22 36.83 1.56 (1H, m) 37.8

1.50 (1H, m)

23 28.88 0.90 (3H, s) 29.8 1.29 (3H, s)
24 17.06 0.72 (3H, s) 17.2 1.09 (3H, s)
25 16.48 0.90 (3H, s) 17.9 1.02 (3H, s)
26 17.01 0.68 (3H, s) 18.1 1.00 (3H, s)
27 23.33 1.02 (3H, s) 243 1.23 (3H, s)
28 178.41 - 180.3 -
29 17.22 0.80 (3H, d, 6.4) 17.4 0.97 (3H, d, 6.0)
30 21.13 0.90 (3H, br s) 218 1.01 (3H, d, 6.6)

‘Both ""C-NMR (125 MHz) and 'H-NMR (500 MHz) were recorded in DMSO-dj.
“Both "°C-NMR (75 MHz) and '"H-NMR (300 MHz) were recorded in pyridine-ds.

445 sudiianfuenldanngiusessnsana EtOAC-NIc mmmﬁgaﬂmm%ﬂﬁﬂu stigma-5-en-3-

0-3-glucoside ﬁagﬂﬁ 106 lanil3ouifinutoya "H-NMR waz “C-NMR (1 pyridine-ds) fiudaya NMR fagd

TNUIWULRT (Faizi, 2007) AI01T199 59

3‘]Jﬁ 106. 1A398$19 stigma-5-en-3-O--glucoside

Physical characteristics: white powder from MeOH/CH,CI,, m.p. 280-285.0 °‘c

KBr

FTIRV 4 cm

" 3600-3200 (3410.87), 2950, 2920, 1635.88, 1465.25, 1367.07, 11074.35, 1023.53.

[01] 2 -48.37(c 1, MeOH) [(Faizi, 2001) [0L] 3 : -40.2° (c 0.35, pyridine)]

EIMS m/z (% relative intensity): 576.53 [M]" (2), 414.36(9), 397.40(76),396.34(100),381.39(26), 255.25(27)
HR-ESI-MS: m/zfound: 599.4285 [M+Na]’, calcd. for CasHgOgNa, 559.4288.
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@1371971 59. 'H-NMR waz C-NMR spectroscopic data of compound 5 L8 stigma-5-en—3-O—B-qucoside (Faizi, 2001)

MeOH-N9c stigma-5-en-3-O-3-glucoside
Positions
O O, (mult., J (Hz)) O O, (mult., J (Hz))
1 37.56 1.00 (1H, m) 37.64 0.98 (1H, m)
1.75 (1H, m) 1.72 (1H, m)
2 30.33 1.76 (1H, m) 30.21 1.75 (1H, m)
2.14 (1H, br d, 10.7) 2.14 (1H, m)
3 78.23 3.98 (1H, m) 78.38 3.98 (1H, m)
4 39.42 2.49 (1H, brt, 11.1) 39.31 2.49 (1H, dt, 1.98, 12.94)
2.76 (1H, br d, 11.1) 2.72 (1H, ddd, 1.98, 4.69, 12.94)
5 141.00 - 140.95 -
6 121.97 5.37 (1H, br s) 121.90 5.35 (1H, t, 2.5)
7 32.25 1.66 (1H, m) 32.15 1.60 (1H, ddd, 2.5, 7.0, 16.0)
1.91 (1H, m) 1.95 (1H, ddd, 2.5, 7.0, 16.0)
8 32.14 1.39 (1H, m) 32.04 1.36 (1H, m)
9 50.43 0.90 (1H, m) 50.34 0.85 (1H, m)
10 37.00 - 36.08 -
11 21.36 1.45 (2H, m) 21.26 1.42 (2H, m)
12 40.04 1.12 (1H, m) 39.95 1.10 (1H, m)
1.98 (1H, m) 1.98 (1H, dd, 4.3, 12.37)
13 42.56 - 42.47 .
14 56.92 0.98 (1H, m) 56.83 0.95 (1H, m)
15 24.58 1.03 (1H, m) 24.48 1.05 (1H, m)
1.56 (1H, m) 1.57 (1H, m)
16 28.60 1.26 (1H, m) 28.50 1.25 (1H, m)
1.86 (1H, m) 1.85 (1H, m)
17 56.34 1.12 (1H, m) 56.25 1.10 (1H, m)
18 12.05 0.68 (3H, s) 11.95 0.66 (3H, s)
19 19.49 0.96 (3H, s) 19.39 0.94 (3H, s)
20 36.46 1.41 (1H, m) 36.36 1.40 (1H, m)
21 19.09 1.01 (3H, d, 6.3) 18.99 0.98 (3H, d, 2.5)
22 34.30 1.10 (1H, m) 34.20 1.10 (1H, m)
1.41 (1H, m) 1.40 (1H, m)
23 26.50 1.26 (2H, m) 26.40 1.25 (2H, m)
24 46.14 1.01 (1H, m) 46.04 1.00 (1H, m)
25 29.57 1.70 (1H, m) 29.47 1.68 (1H, m)
26 19.30 0.88 (3H, d, 6.4) 19.20 0.84 (3H, d, 7.0)
27 20.04 0.90 (3H, d, 6.4) 19.94 0.86 (3H, d, 7.0)
28 23.48 1.31 (2H, m) 23.38 1.30 (2H, m)
29 12.23 0.93 (3H, t, 7.5) 12.13 0.88 (3H, d, 7.5)
7' 102.65 5.09 (1H, d, 7.7) 102.57 5.04 (1H, d, 7.69)
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MeOH-N9c' stigma-5-en-3-O-3-glucoside

Positions

O O, (mult., J (Hz)) O O, (mult., J (Hz))
2' 75.39 4.09 (1H, br t, 7.6) 75.27 4.04 (1H, dd, 7.5, 7.69)
3’ 78.51 4.32 (1H, m) 78.54 4.27 (1H, t, 7.5)
4' 71.79 4.32 (1H, m) 71.67 4.27 (1H, t, 7.5)
5 78.51 4.01 (1H, m) 78.13 4.91 (1H, d, J = 9.70 Hz)
6 62.92 4.45 (1H, dd, 11.2, 4.7) 62.82 4.40 (1H, dd, 5.2, 11.77)
4.60 (1H, br d, 11.2) 4.55 (1H, dd, 2.5, 11.77)

‘Both "C-NMR (125 MHz) and 'H-NMR (500 MHz) were recorded in pyridine-ds.
“Both "C-NMR (75 MHz) and 'H-NMR (300 MHz) were recorded in pyridine-ds.

446 wWanFr1INLNlEINFINVBIRNIRNA MeOH-S3c mmsnﬁgmﬂmm%ﬂﬁﬂu gallic acid a93171

107 I@mﬂ%ﬂmﬁﬂm]”a%JMH-NMRLLa: “c-NMR (1t DMSO-d) nudays NMR fepfinornuanud (Said,

2009) 690131971 60

317 107. las9a34 gallic acid

Physical characteristics: white needles from MeOH/CH,CIl,, m.p. 258.7 °‘C
UV AMO nm (log &): 270.40(4.08), 227.60(4.14)
max

FTIR Vﬁg cm’™: 3400, 3286, 1701, 1617, 1541, 1450,1339, 1247, 1026, 866

EIMS m/z (% relative intensity): 169.93[M]+(100), 148.97(97), 125.04(27)
HR-ESI-MS: m/z found: 193.0139 [M+Na]+ , calcd. for C;H;OzNa, 193.0113

@159 60. "H-NMR uaz "C-NMR spectroscopic data of compound 6 waz gallic acid (Said, 2009)

MeOH-X3C Gallic acid
Positions
O O, (mult., J (Hz)) O O, (mult., J (Hz))

1 120.6 - 121.0 -
2,6 108.9 6.91 (2H, s) 109.1 7.15 (2H, s)

3,5 145.6 - 145.0 y

4 138.2 - 137.7 .

1-COOH 167.7 - 167.2 -

‘Both ""C-NMR (75 MHz) and 'H-NMR (300 MHz) were recorded in DMSO-dj.
“Both "°C-NMR (100 MHz) and 'H-NMR (400 MHz) were recorded in DMSO-dj.
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447 HANTWRBINUONNNEIUVBIRNITANA MeOH-T3c mmmﬁg@ﬂmm’%ﬂﬁﬂu myricetin 3-O-

O-L-rhamnopyranoside (myricitrine) 33Ul 108 lasi3suifisudeys 'H-NMRuaz “C-NMR (I4 DMSO-d;)

nudays NMR MLasiingauuiui (Sidana, 2013) 4313199 61

Physical characteristics: yellow powder from MeOH/CH,Cl,, m.p. 220.1-221.7

317 108. lassaina myricitrin

UV AMEH nm (log &): 353(5.29), 235(5.21)
max

KBr

FTIRV [ cm’': 3600-3400 (3386), 1654, 1604, 1499, 1453, 1345, 1291, 1198, 1164, 1039, 968

[01] 2 -126.16 (c 1.0, methanol) [(De Leo, 2006) [OL] 5 : ~120.0° (c 0.6, methanol)]
EIMS m/z (% relative intensity): 453.55 [M'] (1), 318.07(100), 153.08(25), 69.07(10)
HR-ESI-MS: m/z found: 487.0780 [M+Na]+, calcd. for C,;H,,0,Na m/z 487.0852

A13197 61. "H-NMR uaz “C-NMR spectroscopic data ¥84 compound 7 L&z myricitrin (Sidana, 2013)

MeOH-T3C' myricetin 3-O-0l-L-rhamnopyranoside N
Positions
O O, (mult., J (Hz)) O O, (mult., J (Hz))

2 156.42 - 158.0 -

3 136.46 - 134.9 -

4 177.80 - 178.2 -

5 161.32 - 161.8 -

6 98.66 6.19 (1H, d, 1.9) 98.4 6.19 (s)

7 164.17 - 164.5 -

8 93.53 6.36 (1H, d, 1.9) 93.3 6.36 (s)

9 157.50 - 157.1 -

10 104.06 - 104.4 -

1’ 119.64 - 120.5 -

2' 107.93 6.85 (1H, s) 108.1 7.00 (1H, s)
3' 145.77 - 145.4 .

4' 134.30 - 136.5 -

5' 145.77 - 145.4 .

6 107.93 6.85 (1H, s) 108.1 7.00 (1H, s)
1" 101.95 5.18 (1H, s) 102.2 5.32 (1H, s)
2" 70.02 3.97 (1H, s) 70.5 4.23 (1H, s)
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MeOH—TBC* myricetin 3-O-0l-L-rhamnopyranoside N

Positions

O O, (mult., J (Hz)) O O, (mult., J (Hz))
3" 70.40 3.54 (1H, d, 7.5) 70.6 3.79 (1H, d, 8.4)
4" 71.30 3.24 (1H, t, 9.5) 71.9 3.34 (1H, m)
5" 70.55 3.34 (1H, m) 70.7 3.52 (1H, m)
6" 17.5 0.82 (3H, d, 6.1) 16.3 0.98 (3H, d, 6.4)

*Both '"C-NMR (100 MHz) and 'H-NMR (400 MHz) were recorded in DMSO-dj.
** Both 13C-NMR (100 MHz) and 1H-NMR (400 MHz) were recorded in CD;0D

448 winfiwdesniuenldindiurasssana MeOH-Udc aansnfigaulassairalailu quercetin 3-0-
OL-L-rhamnoside (quercitrin) @337 109 lazi3ouifinutaya "H-NMR uaz "C-NMR (14 DMSO-d,) nudaya

NMR fitaads891manud) (Sidana, 2013) 690137197 62

317 109. 1a398379 quercitrin

Physical characteristics: yellow powder from MeOH/CH,CI,

UV AMOM nm (log &): 350(5.65), 253(5.73)
max

KBr
max

FTIR VB cm™: 3600-3400 (3428), 1653, 1610, 1507, 1383, 1203
[0] % : -31.28 ° (c 1, methanol) [(Kiem, 2003) [0L] & : -147.0° (c 0.5, methanol)]
EIMS m/z (% relative intensity): 448.96 [M+H]+ (0.45), 301.78 [M-rhamnosyl] (100)

HR-ESI-MS: m/z found: 471.0777 [M+Na]+ calcd. forC,H,,04{Na m/z 471.0903

A13197 62. "H-NMR uaz “C-NMR spectroscopic data of compound 8 LLaz quercitrin (Sidana, 2013)

MeOH-U4C' Quercetin 3-O-OL-L-rhamnoside
Positions
O O, (mult., J (Hz)) O O, (mult., J (Hz))
2 158.55 - 1571 -
3 136.25 - 134.8 -
4 179.66 - 179.6 -
5 163.21 - 157.9 -
6 99.85 6.19 (1H, d, 2.0) 98.4 6.20 (1H, s)
7 165.91 - 164.5 -
8 94.74 6.35 (1H, d, 2.0) 93.3 6.37 (1H, s)
9 159.31 - 161.8 -

95



MeOH-U4C’

Quercetin 3-O-0l-L-rhamnoside N

Positions

O O, (mult., J (Hz)) O O, (mult., J (Hz))
10 105.92 - 104.5 -
1’ 123.02 - 121.4 -
2' 116.40 7.33 (1H, d, 2.1) 114.9 7.33 (1H, s)
3' 146.42 - 145.0 -
4' 149.80 - 148.4 -
5 116.98 6.90 (1H, d, 8.3) 115.5 6.90 (1H, d, 8.0)
6 122.88 7.30 (1H, dd, 8.3, 2.1) 121.5 7.30 (1H, d, 8.4)
1" 103.56 5.3 (1H, d, 1.6) 102.1 5.34 (1H, s)
2" 72.03 4.21 (1H, dd, 3.28, 1.6) 70.5 421 (1H, s)
3" 72.17 3.74 (1H, dd, 9.4, 3.4) 70.6 3.74 (1H, dd, 9.2, 1.2)
4" 73.30 3.41 (1H, m) 71.8 3.45-3.38 (1H, m)
5" 71.92 3.33 (1H, m) 70.7 3.45-3.38 (1H, m)
6" 17.65 0.93 (3H, d, 6.1) 16.2 0.94, (3H, d, 6.0)

*Both "C-NMR (75 MHz) and 'H-NMR (300 MHz) were recorded in DMSO-dj.
** Both '"C-NMR (100 MHz) and 1H-NMR (400 MHz) were recorded in CD,0D
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: o <
unfl 5 HANITENALAZRENEITEANNDINTUENLER (Glochidion hypoleucum)

51 NMSLAILNAIANARLI

aranslusuidasinin 1287.52 n3u Tag3% Soxhlet extraction desvnazanaLanion ofinezd
AR LAZLUNIKOA mu%umuﬁuamlugﬂﬁ 110 ud2 Iz ERIazaBBaNa N IENAT @I Le389 Rotary
evaporator wazwasnnynlfusisanniudieieias Freeze dryer I IatangUTwanLTn afiaazdian uaziy

o v A a o o o {
MU IuI Iy ﬁdﬂiu’]muﬂmﬂﬂmxmiﬁﬂﬂLLN@N@]O@’ﬁNﬁ 63

NIMURULER
TNAIN 1287.52 g

Hexane | (6 LX 10 1)

A

Hexane extract
47619

MnNwae

Ethyl acetate | (6 LX 14 %)

EtOAc extract
21.60 g

MnNLraa

Methanol | (6 LX 14 )

MeOH extract Ao
mMnfinie
190.72 g
31 110. YUAWNIINA LUFNLFAGILLINLDTH LONHOTLAN LAZLNNIHDS
A13191 63. USINIULAZAN WA ENIRNG LURULFANENA le8avinazanaTiasng g
- WIRUNNY . . WIRUNES . .
N . AIazans . % yield ANBWLANTEANA
W9 (g) &na (g)
LINLT 47 .61 3.70 PBIWTITA LU UV
FAULRA 1287.52 LNaesTan 21.60 1.16 YBIWTITA L
LWNUER 190.72 14.81 YBIWTIFUIANALAS

5.2 nisnadaugnaaiui8wlssl acetylcholinesterase Ltazqngﬁﬁ%awgaﬁaiz DPPH 1ilas@nzasans
ANARIL

naminasaunniawiulo acetylcholinesterase LLN$Qﬂ§ﬁ1%G‘1¢;&N§ﬁS$ DPPH 2848n38Ma b
FULRAMBMYNazasudazsiameds TLC lauldasazansvassnIanannuidudu 50 mg/mL USas 5 pL
Hauwipniaaifife Silica gel 60 Fys, S’fjaNams‘maaqu?maamsaﬁ'@mﬁ@quuamlugﬂﬁ 111

msnagougnsesuwduwlo acethylcholinesterase #7835 Ellman’s method LLazqwﬁfﬁwuamg;&a’émz
DPPH aass1sanaluaniiadindirazasudazsia lagnasaulu microplate (masaugnilaslassniston
) LLa:m@h%“aﬂa:maamiﬁuﬁy'aﬂﬁﬁ%mmauﬁuvlsﬁﬁ acethylcholinesterase LL&:%@U&:%GﬂﬁEJ’Uﬂg\ia%a'ﬁai:

DPPH 2848138Na lUANLEANANMTH 300 pg/mL wae 50 pg/mL aNE1AL AILAAILUANTINN 64
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Solvent system : Acetone:Hexane [2:3]

RN 51 A T 2 3
Solvent system : MeOH:CH,CI, [1:9]

1 2 3 4 1 2 3 4 1 2 3 4
A B Cc D E F

dl Q‘Ql =3 3 a e
gﬂﬂ 111. TLC chromatograms Qﬂﬁmmauvlsnﬂ acetylcholinesterase HAZATUDUINDRIE DPPH 8981358N@ b
FULEA 1 = 80% MeOH extract, 2 = Hexane extract, 3 = EtOAc extract, 4 = MeOH extract, Detector : A = UV
254 nm, B = UV 366 nm, C = White light, D = Anti-DPPH at 0 hr, E = Anti-DPPH at 24 hr, F = Anti-AChE

A1919% 64. ATaBazmstugIvadn ol acetylcholinesterase u8zauYadsI DPPH YDIRNTANA LLUANLER

¥
~

a13ane % inhibition 20918 l2isf % inhibition auaada3z DPPH i
1‘1J6m!,§61 acetylcholinesterase maamsaﬁ'ﬂ’luamﬁm AT N 50 Hg/mL

AN NT 300 pg/mL

LENLTY * *
LaNRDZTLAG * 74.38 + 0.58
LUNUDR 76.98 + 2.84 87.82 + 0.79

* ldaansamdrfesszpasmasuadlaifiosnniidymeumiszaigvadansana

mngﬂﬁl 111 wuiwmmﬁ'@luauL?{@ﬁgﬂ%{ﬁma%a’émz DPPH I@ﬂmiﬁﬁ{'ﬁgwaamiaﬁ'@ﬁ'sﬂ
Lafinesdiaauaziuniuaniignaa I@ULﬂﬁﬂ%’é&iwa%aEax DPPH Hufinaesniui (U 111 D) uaza13ana
FolafisasdianuaziumuaafianuTudu 50 pg/mL fldnTasazyesnydnueyyadass DPPH Lvinny 74.38
LAz 87.82 @MU d?uﬁﬂiﬁﬁ{?ﬁ@%’l‘ﬂada’liaﬁﬂﬁ’sEJL?_'lﬂL‘]juflf]ﬂlfgﬁ;atlﬂ’j’lLﬁadﬁ]’mﬁaﬂ‘ﬁl’aa’liuﬂ’liﬁﬁ{fﬂ
auNadaIz DPPH wiuni (U 111 E) managaugnienudnles acetylcholinesterase vasmIanAlUFNLER
MuAITazauaNg g 628 TLC wudﬂvl,&iﬂﬂﬂg]Lmuﬁmnummu TLC (Eﬂﬁ 111 F) UGNIIMasaueig
microplate  WuiNE1IERadILLINIas AL TNgw 300 ug/mL  fd1Teuazvasnydiwdwlod
acetylcholinesterase LYfiu 76.98  sausnIanasioianian uaziafisezdiaa lisusonaseyldiilasand

Tymiduwmanzany

98



5.3 msuanmaseangnaneainnalsdsnslasanlans i

miaﬁ'@ﬁaUéhﬁ'uaﬁaaﬁnmua:mmuaamaﬂuauLﬁmﬁqw'ﬁfaluﬂﬁﬁma%a%m: DPPH 311
NMINAFUAIY TLC WAy microplate LLazmsaﬁ'@ﬁ'ssJLu‘muaaEJ'@LLamqw%f@TmLSuvlsnﬁ acetylcholinesterase
NNMINATBLAIY microplate T Rana1Tanac8@INazasafinosdiaa waslunwaau1yinnIuands

531 mswanaiseangnanwiimwzasssanaefiaazdian

53.1.1 nsugnd1sanatafianzdian

Lmﬂmmﬁ'@Laﬁaax%mmawamaﬁmm{mﬁfﬂ 20.96 N3 @287 quick column chromatography
Taul#ipnaasfiiu siica gel (Grade 7734, 70-230 mesh, 400 g) uazlFipmeameainfoufidu 100%
Hexane, 5% Acetone : Hexane, 10% Acetone : Hexane, 20% Acetone : Hexane, 30% Acetone : Hexane,
50% Acetone : Hexane, 70% Acetone : Hexane, 100% Acetone, 30% MeOH : Acetone, 50% MeOH :
Acetone 881982 1 57T U8z 100% MeOH 2 303 MNEIAL NAIIINTINTINVITNIENAN L lanaTduany
uANENIE3T TLC wuinldsIuvadansana 6 fractions (EA1-EAS) ﬁagﬂﬁ 112

EtOAc extract
20.96 g

Quick Column Chromatography

Acetone:Hexane, MeOH: Acetone

v v v v v v

EA1 EA2 EA3 EA4 EA5 EA6
409 mg || 2.09g 2659 3.38 g 8.74 g 1.64 g

gﬂﬁ 112. MILENENTVBY EtOAC extract B8 bUaNLFAME quick column chromatography

wnnuasni AUy snsaeaouen wazdauvesigniainfeninlduanvasudazainaad
§138Na EA1-EA6 uaasluan319f 65 uazanwmemsugnuassnsniiuasdlsznauuu TLC 20919 6 fractions

LLaméﬁgﬂﬁ 113

@13197 65. Utk anwaeMeuan wazsaupsIgMaaaawinlsuon fraction EA1-EA6

Fraction IPNIALAR WINKN (g) | anHULEITANG
EA1 100% Hexane - 10% Acetone : Hexane 500 mL 0.0409 FInteFILIaa

EA2 10% Acetone : Hexane 0.5 L - 20% Acetone : Hexane 0.5 L 2.0916 fInteReIiea

EA3 | 20% Acetone : Hexane 0.5 L - 30% Acetone : Hexane 0.5 L 2.6514 FInteReIiea

EA4 30% Acetone : Hexane 0.5 L - 50% Acetone : Hexane 3.3778 FIRUAFTILIUAS
EA5 70% Acetone : Hexane - 30% MeOH : Acetone 8.7380 MIRtaFALNaa
EA6 50% MeOH : Acetone - 100% MeOH 1.6392 FIRUAFTTLIRANS
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Solvent system : Acetone:Hexane [2:3]

123456 123456 1 2 3456
Solvent system : MeOH:CH,CI, [2:8]

12 3 45 6 123 456 1 2 3 45 6
A B C D E

gﬂﬁ 113. TLC chromatograms U848 I%1ad81I8NA EA1-EAB
Detector: A = UV 254 nm, B = UV 366 nm, C = White light, D = 30% H,SO, / UV 366 nm, E = 30% H,SO,

£ (<3 . = a
53.1.2 nagaunnsa1uidwlysl acetylcholinesterase  wazansawawyadssz DPPH
& 1 (% H [ a [~
(iasAnvasdInBaIEITENANLENINETAENALaNAarBIanTas lUaNLER
£ o = £ o a '
namInasaunnodudulol acetylcholinesterase uaznnoduayyadasz DPPH 2838UU8981

ana 6 fractions (EA1-EA6) fuun ldanmianadisiefinazdinavaslusuiad it TLC auaaslugun 114

Solvent system : Acetone:Hexane [2:3]

gﬂﬁ 114. TLC chromatograms qw'ﬁgﬁ'mlﬁuvlmﬁ acetylcholinesterase Lm:ﬁ'ma%aﬁmz DPPH wa4&u1a4
813 EA1-EA6 284luauLa, Detector : A = UV 254 nm, B = UV 366 nm, C = White light, D = Anti-DPPH at 0
hr, E = Anti-DPPH at 24 hr, F = Anti-AChE
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Solvent system : MeOH:CH,CI, [2:8]

A

Eﬂﬁ 114. (sia) TLC chromatograms qvl%gﬁﬂul,guvlsﬁﬁ acetylcholinesterase LLazﬁ’mmg;&aam: DPPH Ua387%
UBINNT EA1-EA6 TBGIUN&IL%@], Detector : A = UV 254 nm, B = UV 366 nm, C = White light, D = Anti-DPPH
at 0 hr, E = Anti-DPPH at 24 hr, F = Anti-AChE

ﬁnﬂgﬂﬁ 114 wgealiidwingmasssana EA5 fuonldanasanadisefisesdianaslusa
LF® ﬁqw%ﬁmawa%m: DPPH ﬁﬁqm Iﬂmﬂaiﬂu%maawaaa‘i: DPPH dusindesniui (U 114 D) uaz
Waswiludimdasiudu GU 114 E) gaunanmInagaugnssudwlo acetylcholinesterase Tidsinguoud
WAL TLC (gﬂﬁ' 114 F)

53.1.3 MTUENE1I0ONNENBINNVBIRINYBIEIENA EtOAC-AS5 (EAS)

LN§IWVBIENTETa EAS 1nmiin 8.74 n3u §183% column chromatography Imlﬁ'gmﬂmﬁlﬂu
silica gel (Grade 7734, 70-230 mesh, 400 g) LLazsL‘f’E'gmﬂmﬂLﬂé"auﬁmué’lﬁuﬁoﬁt 100% Hexane (900 mL),
5% Acetone : Hexane (1 L), 10% Acetone : Hexane (1.5 L), 20% Acetone : Hexane (1.5 L), 30% Acetone :
Hexane (2 L), 35% Acetone : Hexane (500 mL), 40% Acetone : Hexane (1 L), 70% Acetone : Hexane (1 L),
100% Acetone (1 L), 10% MeOH : Acetone (1 L), 15% MeOH : Acetone (1 L), 20% MeOH : Acetone (1 L),
50% MeOH : Acetone (500 mL), 70% MeOH : Acetone (500 mL), 100% MeOH (2 L) BaJ9INTIUFIUUDINNT
aianldlagarduanuuand1eiieds TLC wuinldsuuasansana 7 fractions (EB1-EB7) é’agﬂ'ﬁ 115

EAS5 fraction
8.74 g

Column chromatography

Acetone:Hexane, Acetone:MeOH

A A A 4 A4 A 4 A 4 Y
EB1 EB2 EB3 EB4 EBS EB6 EB7

6.1 mg 43 mg || 120 mg || 34.3 mg || 142.1mg || 483.9mg || 6.64 g

gﬂﬁ 115. NIULNFITVAIEIUVDIRIIFNG EtOAC-A5 @8l column chromatography

innnnasanyilduds anemeniouen uaziauveIgMaafeunnliusnvasudasdiuuas
8138Na EB1-EB7 ugasluan31sfl 66 uazanwmensusnvaignsiiiuasflsznouun TLC 2aIng 7 fractions

WRzATNaWALEN be LLamﬁagﬂﬁ 116
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@139 66. USNm AnwozMewen uazaauasIpmMaefewiinlsugn fraction EB1-EB7

Fraction 5’gmmﬂ§"awﬁ' Wwin (9) ANBWHLEITENG
EB1 100% Hexane 400 mL 0.0061 IR REIFNL U7
EB2 100% Hexane 100 mL 0.0043 | s3FBzaLua
EB3 100% Hexane 200 mL 0.0120 | ssniaFmdedy
EB4 100% Hexane 100 mL — 5% Acetone : Hexane 300 mL 0.0343 | ssihenawdes
EB5 5% Acetone : Hexane 700 mL — 20% Acetone : Hexane 0.1421 AP S [ETHRIGIEY
EB6 30% Acetone : Hexane — 35% Acetone : Hexane 200 mL 0.4839 AP S [ETHRTGIEY
EB7 35% Acetone : Hexane 300 mL — 100% MeOH 6.6439 | sIniaddgg

1 23 4567 123 4567
A B c D

gﬂﬁ 116. TLC chromatograms maamumaomiaﬁ'@ﬁ EB1-EB7
Solvent system : Acetone : Hexane [2:3]

Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

53.1.4 NIUENE1I00NgNENTINNVIEIRVBIEIENA EtOAC-BT (EBT)

LINEIUBBIFNTATA EB7 11win 6.64 N3U 833 column chromatography I@ﬂi"ﬁi’gmﬂmﬁlﬂu
silica gel (Grade 7734, 70-230 mesh, 200 g) Lm:‘bﬁﬁ”gmmmmm‘r?iauﬁmuéwﬁuﬁaff 100% CH,Cl, (200 mL),
1% MeOH : CH,Cl, (700 mL), 2% MeOH : CH,Cl, (600 mL), 4% MeOH : CH,Cl, (600 mL), 6% MeOH :
CH,Cl, (600 mL), 10% MeOH : CH,Cl,, 15% MeOH : CH,Cl,, 20% MeOH : CH,Cl,, 25% MeOH : CH,Cl,,
30% MeOH : CH,Cl,, 35% MeOH : CH,Cl,, 40% MeOH : CH,Cl,, 50% MeOH : CH,Cl,, 60% MeOH : CH,Cl,,
70% MeOH : CH,Cl,, 80% MeOH : CH,Cl,, 85% MeOH : CH,Cl,, 90% MeOH : CH,Cl,, 95% MeOH : CH,Cl,
081982 300 mL uaz 100% MeOH (600 mL) %&99 N3 INEINVaIFIaHaN lalaganfunnuuand1sniess

TLC wuinleguuedansana 8 fractions (EC1-EC8) ﬁagﬂﬁ' 117

EB7 fraction
6.64 g

Column chromatography
MeOH:CH,ClI,

A 4 A 4 A 4 A 4 y A 4 A 4 A 4
EC1 EC2 EC3 EC4 EC5 EC6 EC7 EC8

25.1 mg 4.1 mg 148.3mg | | 285.3mg 3.06 g 1.67 g 281.3mg| [505.1mg

gﬂﬁ 117. MILBNFITVBIRIUVBIRNIRNA EtOAC-B7 @28 column chromatography
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Wnnnnasanyilduds ansueniouen uazirauveIgmanfteunnliusnvasudasdiunal
§138Na EC1-EC8 ugailua139f 67 uazansmznisuanvaiansiiuasdisznauun TLC 18N 8 fractions

meﬁogﬂﬁ 118

@19197 67. USuNmh ANwazIouan uazfauvasipmanieunnlduen fraction EC1-EC8

Fraction 5’;]mmﬂ§"awﬁ' Wwin (9) ANBWLENIENA
EC1 100% CH,Cl, — 2% MeOH : CH,Cl, 0.0251 APPSO (PR RIGIEY
EC2 4% MeOH : CH,Cl, 0.0041 IMUARIARDIF
EC3 6% MeOH : CH,Cl, — 10% MeOH : CH,Cl, 0.1483 QR E (STHRIGTEY
EC4 15% MeOH : CH,Cl, 0.2853 AP IO ETTTRIGIEY
EC5 20% MeOH : CH,Cl,— 25% MeOH : CH,Cl, 3.06 2 IuT T LT
EC6 30% MeOH : CH,Cl,— 35% MeOH : CH,Cl, 1.67 Y ILDIR BTN
EC7 40% MeOH : CH,Cl, — 60% MeOH : CH,CI, 28.13 2 IuT T LT
EC8 70% MeOH : CH,Cl, — 100% MeOH 50.51 S NMBG RIS EY

Solvent system : MeOH : CH,CI, [1:9]

1 23456 78 12 3456 78
A B C D

Solvent system : MeOH : CH,CI, [2:8]

1 234 56 78 12 3456 78
A B Cc D

3‘]]“?; 118. TLC chromatograms YAIFIUVBIENIRNA EC1-EC8
Detector : A = UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm
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53.1.5 NIWENEITENINENNTINNVBIFINDIETENA ELOAC-C5 Waz C6 (ECS+ECH)

WNEIUVEIENTANA EC5  HNWiin 3.06  N3M ez EC6  uwuin 167  n3W @2ed%F  column
chromatography lasl#37mansfiLiiu siica gel (Grade 7734, 70-230 mesh, 300 g) wazlEigmamaiafoudi
AUENGUSIR 100% CH,CI, (400 mL), 2% MeOH : CH,Cl, (200 mL), 5% MeOH : CH,Cl, (1.4 L), 7% MeOH :
CH,Cl, (200 mL), 10% MeOH : CH,Cl,, 15% MeOH : CH,Cl,, 20% MeOH : CH,Cl,, 30% MeOH : CH,Cl,, 50%
MeOH : CH,Cl,, 70% MeOH : CH,Cl,, 90% MeOH : CH,Cl, 8ti1982 400 mL Uaz 100% MeOH (1.5 L) #&93n334
frutasEIEnan e laganduanuuandssieds TLC wuinldduuassnIsna 6 fractions (ED1-ED6) é’agﬂ‘ﬁ' 119

EC5+ECS6 fractions

473 g
Column chromatography
MeOH:CH,Cl,
I I !
ED1 ED2 ED3 ED4 ED5 ED6

7.5 mg 34.5mg | | 23.0 mg 112 g 211g 448.6mg

gllﬁ 119. NMIUYNFITVAIFIBVBIRIIENG EtOAC-C5 Uaz C6 @28 column chromatography

Wminuasanin ik ansmzniouan uszaauvadIpaaefannfliusnvasudazaiusad
§38na ED1-ED6 ugadluan319i 68 uszanwaenisusnvasssiiduasdisznouun TLC 189N 6 fractions
LEAIAI3LUN 120

@139 68. US4 AnwIzMnan uazaaueIpMeafeniflsugn fraction ED1-ED6

Fraction S'Qmﬂmﬁauﬁ Wwin (9) | anmpmeasanm
ED1 100% CH,Cl, — 5% MeOH : CH,Cl, 600 mL 0.0075 | ATIURAADY
ED2 | 5% MeOH : CH,Cl, 800 mL — 7% MeOH : CH,Cl, 0.0343 | swniaddody
ED3 10% MeOH : CH,Cl, — 15% MeOH : CH,Cl, 100 mL 0.0230 | sIniaddoady
ED4 15% MeOH : CH,Cl, 300 mL — 30% MeOH : CH,Cl, 200 mL 1.12 fniamisaty
ED5 | 30% MeOH : CH,Cl,200 mL — 70% MeOH : CH,Cl, 2.11 VN RERTHEIS Y
ED6 | 90% MeOH : CH,Cl,— 100% MeOH 0.4486 | 2a9udedinens
1 2 3 4 5 6 1 2 3 4 5 6

A B c D

gﬂﬁ 120. TLC chromatograms YAIFIUVBIENIRNA ED1-ED6
Solvent system : MeOH : CH,CI, [1:9]
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm
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53.1.6 NIULYNEITDONYNENTINNVBIEINVBIFITENA EtOAC-D4, D5 UWaz D6
(ED4+ED5+ED6)

LENEIUVBIENTENG ED4 1nntin 1.11 n3u ED5 Wannin 2.11 3w uay ED6 wntin 0.44 nw
#2833 column chromatography Iﬂﬂ"ﬁ/"i’gﬂ’mmﬁlﬂu silica gel (Grade 7734, 70-230 mesh, 160 g) Lmﬂ“ff”?g
MAMALAREUAMUEGUGIN 100% CH,CI, (400 mL), 1% MeOH : CH,Cl, (600 mL), 2% MeOH : CH,Cl,
(400 mL), 3% MeOH : CH,Cl, (400 mL), 4% MeOH : CH,Cl, (400 mL), 5% MeOH : CH,CI, (600 mL), 7%
MeOH : CH,Cl,, 10% MeOH : CH,Cl,, 12% MeOH : CH,Cl,, 15% MeOH : CH,Cl,, 20% MeOH : CH,Cl,,
25% MeOH : CH,Cl,, 30% MeOH : CH,Cl,, 50% MeOH : CH,Cl,, 70% MeOH : CH,Cl,, 90% MeOH : CH,Cl,,
881982 400 mL 4z 100% MeOH (1 L) #&39n3ausIuadsIanaf lelagarduanauandsqisds TLC
wuIn leduuedsanIana 7 fractions (EE1-EE7) é’agﬂﬁ 121

ED4+ED5+EDG6 fractions

3.66 g
Column Chromatography
MeOH : CH,Cl,
A A A A \ 4 v \ 4 h 4
EE1 EE2 EE3 EE4 EES5 EESc EEG EE7

129 mg |{295mg || 3919 || 71.6 mg |[653.9mg||45.1 mg || 1.08 g [[882.1mg

gﬂﬁ 121. NMIULNFTVBIEIBVDIRIIANG EtOAC-D4, D5 Uaz D6 @28 column chromatography

dninnasnynlwuds Ansaznnouen uaziiduasignainfeniifilfiontasudazdiunas
g3ana EE1-EE7 uandluananofl 69 uazdnmmemiugnuasmsidusasusznauuu TLC 289113 7 fractions
%aﬁqw"ﬁfﬁma%aﬁmz DPPH Lanitay LLamé'agiJﬁ 122

aznandunildannginuesansania EE5 (EE5C) uwiin 45.1 mmmﬁgaﬂmaﬁﬂﬂﬁlﬂumi

sRaidsdny EN9c uanldanansanaaie ethyl acetate vaLaiiagw 391w compound 5

@13197 69. USND4 ANBIEMEUEN UaziaUVDIIpMaLARawnNlTuen fraction EE1-EE7

Fraction '3‘gmmﬂ§i'a%ﬁ' Wwin (9) | sanumza1TENa
EE1 100% CH,Cl, — 2% MeOH : CH,Cl, 00129 | AnUFMEeY
EE2 | 3% MeOH : CH,Cl, — 4% MeOH : CH,Cl, 0.35 L 0.0295 | wosudedrinanain
EE3 | 4% MeOH : CH,Cl, 50 mL — 7% MeOH : CH,Cl, 0.17 L 0.0391 | 2asudedrinanady
EE4 7% MeOH : CH,CI, 0.23 L- 10% MeOH : CH,Cl, 0.26 L 0.0716 AUFV

EE5 10% MeOH : CH,CI, 0.14 L — 15% MeOH : CH,CI, 0.32 L 0.6539 SN INGTTRISIEY

E5c 10% MeOH : CH,Cl, 0.14 L — 15% MeOH : CH,Cl, 0.32 L 0.0451 2aIudsFr

EE6 15% MeOH : CH,Cl,0.08 L — 70% MeOH : CH,Cl, 0.12 L 1.0800 | vasudeimdaaLty

EE7 70% MeOH : CH,Cl, 0.28 L — 100% MeOH 0.8821 S MIAG RIS £V
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1 2345567 REEEEEEYK

A

E

gﬂﬁ 122. TLC chromatograms LLa:nw’ﬁfﬁma%a’éai: DPPH 284848383810 EE1-EE7

F

Solvent system : MeOH : CH,CI, [1:9]
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm,
E = DPPH O hr., F = DPPH 8 hr., G = DPPH 24 hr.

g 1 Q
5.3.1.7 miu,zmmsaanqnwna%amwmaamumaamsanﬂ EtOAc-E4, E5 uaz E6

(EE4+EE5+EES)

c

1 2 345567

LENFEIUVBIRITRNG EE4 3n1A1bn 0.07 N3 EE5 #1win 0.65 N3N ez EE6 Wibn 1.08 N3N #1837

column chromatography I@ﬂl"fﬁgﬂmmﬁﬂu silica gel (Grade 7734, 70-230 mesh, 40 g) LLaﬂ"ﬁ/’TQﬂﬂﬂﬂﬂﬂ
Lﬂ?llauﬁmué’]ﬁuﬁdf: 100% CH,CI, (500 mL), 1% MeOH : CH,CI, (500 mL), 3% MeOH : CH,CI, (1300 mL),
5% MeOH : CH,CI, (3000 mL), 7% MeOH : CH,CI, (2500 mL), 10% MeOH : CH,CI, (2000 mL), 15% MeOH :
CH,CI, (500 mL), 20% MeOH : CH,CI, (1000 mL), 30% MeOH : CH,CI, (500 mL), 50% MeOH : CH,Cl,
(1000 mL), 70% MeOH : CH,CI, (1000 mL) itaz 100% MeOH (1500 mL) 1&5&%’17‘15’3116'0%‘11adaﬂiaﬁﬂﬁqmﬂﬂ

01dANNUANANFILAT TLC wudhlddiuuesansana 5 fractions (EF1-EF5) ai3Lfl 123

EE4+EE5+EE®S fractions

1.70 g
Column Chromatography
MeOH : CH,CI,
A4 A4 A4 A4 A4
EF1 EF2 EF3 EF4 EF5
20.4 mg || 44.7 mg || 159.8mg || 690.7mg | | 488.0mg

gﬂﬁ 123. MIUBNFITVBIRIUVBIRNINNA EtOAC-E4, E5 Uaz E6 628 column chromatography
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Wnnnnasanyilduds ansueniouen uazirauveIgmanfteunnliusnvasudasdiunal
§138Na EF1-EF5 ugaslua139f 70 uazansmenisugnaasssiiduasdilsznauun TLC 289119 5 fractions

LLamé'agﬂﬁ 124

@139 70. USNm anwozeuen uazaauasigmeaefewinlsusgn fraction EF1-EF5

Fraction IPNIALARDWN WINN (g) ANBWHLE1IENA
EF1 | 100% CH,Cl, — 3% MeOH : CH,Cl, 1.25 L 00204 | ATUEKAE

EF2 3% MeOH : CH,Cl, 50 mL — 5% MeOH : CH,Cl, 1.7 L 0.0447 AMUTIIOA

EF3 5% MeOH : CH,Cl, 1.3 L — 7% MeOH : CH,Cl, 0.45 L 0.1598 | sInliadnaeslwaen

EF4 7% MeOH : CH,Cl, 1.9 L 0.6907 | 1 InhaTen
EF5 7% MeOH : CH,Cl, 0.15 L — 100% MeOH 0.4880 sInbarinaadui

A

Eﬂﬁ 124. TLC chromatograms YDIRIUVOIRNIRNA EF1-EF5
Solvent system : MeOH : EtOAc [1.5:8.5] + 1% Acetic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

5.3.2 ms!,wnmsaanqn‘ﬁfmoff'm'lmmwaammﬁmmmuaawaa‘luamﬁm%ﬁ1

5.3.2.1 N1SUANENTENALNNIWEA (MeOH1)

Lmﬂmsaﬁ'@mmuaamaﬂuamﬁﬂﬁmﬁh 66.25 N34 A2833 quick column chromatography lag
l#ipnianifiilu siica gel (Grade 7734, 70-230 mesh, 400 g) uazlFig-maniaadaufiiiiu 100% CH,CI,,
3% MeOH : CH,Cl,, 5% MeOH : CH,Cl,, 10% MeOH : CH,Cl,, 15% MeOH : CH,Cl,, 20% MeOH : CH,Cl,,
30% MeOH : CH,Cl,, 50% MeOH : CH,Cl,, 70% MeOH : CH,Cl, 8t48z 2 803 WAz 100% MeOH 4.5 a3
MNEIGL nasnTINdInTeIEnTEnan ldlasardunnauandediedt TLe  wudnldduessnsatia 7
fractions (M1A1-M1A7) 51'\131]‘171' 125

MeOH1 extract
66.25 g

Quick Column Chromatography
MeOH : CH,CI,
I S T R S
M1A1 M1A2 M1A3 M1A4 M1AS M1A6 M1A7
73.7mg (| 180mg || 145¢g 1.94 g 7559 (| 14439 ([ 2192¢g

317 125. M3uBNas MeOH extract 284lUNLEA 638 quick column chromatography
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Wminuasaninlduis snsmzniouen uszsauvasIpaaefanniliusnvasudazaiusad
g13ana M1A1-M1A7  ugaslua1sen 71 uszanwmenswsnvasasiiiuesddsznauun TLC 28919 7

fractions LEAIAIFUN 126

@1399 71. US ok anwoameguen uazaauasigmaefewiinlsusn fraction M1A1-M1A7

Fraction 5’Qmmﬂ§'auﬁ Wwiin (9) ANBLEITANA
M1A1 | 100% CH,Cl, 1 L 0.0737 | vndudduiens
M1A2 | 100% CH,Cl, 1 L — 3% MeOH/CH,Cl, 1.5 L 0.018 isuEded
M1A3 | 3% MeOH/CH,CI, 500 mL — 10% MeOH/CH,CI, 1.5 L 1.4156 Paaudvmdeatuan

M1A4 | 10% MeOH/CH,Cl, 500 mL — 15% MeOH/CH,Cl, 1.5 L 1.9387 PV T LI LR R

2

M1A5 | 15% MeOH/CH,CI, 500 mL — 30% MeOH/CH,Cl, 1 L 7.5477 fIIniaFINas
M1A6 | 30% MeOH/CH,CI, 1 L — 70% MeOH/CH,Cl, 500 mL 14.428 fIInAaFINaN
M1A7 | 70% MeOH/CH,CI, 1.5 L — 100% MeOH 4.5 L 21.9204 | vaILINFINIONaM

Solvent system : Acetone:Hexane [2:3]

1234567 1234567 1234567
Solvent system : MeOH:CH,CI, [2:8]

1234567 1234567 1234567
A B C D E

3111 126. TLC chromatograms U848113898N380A M1A1-M1A7
Detector : A = UV 254 nm, B = UV 366 nm, C = White light, D = 30% H,SO, / UV 366 nm, E = 30% H,SO,
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5322 nadaugnaaiwidwlasl acetylcholinesterase LLazQﬂﬁg%uaqgasz DPPH
\asanvasdmvasasaiafingnainasanaanuaazasluaniin

namInagaugnaenwdwlsd acetylcholinesterase LLa:qw'ﬁfﬁma%aSm: DPPH 28482%U84813
afia 7 fractions (M1A1-M1A7) fusnldnssstadowmussvadluauiadinds TLC @‘i’umm’lugﬂﬁ 127
f’f%:lmelﬁﬁmwmiﬁﬁqw’%{ﬁmawaﬁmx DPPH luginzassssnafiugnldnsssiasisunsuasvasly
suEadusn it mnansisiitrnnn lasdiuvasmsana MIA3  uas M1A4 Urnguusasiigniau
auyadFIz DPPH mﬂﬁq@ I@ﬂmmimﬂﬁuuﬁmamwaamz DPPH L undesniui (3U 127 D) uaz
Waswdudinaasfiudu (3U 127 E) ganwnamInagaunniswsulasd acetylcholinesterase Tdnnguou®
YUK TLC (gﬂﬁ' 127 F) é’afuﬁaﬁwmmyﬂmsaaﬂqw'ﬁfmnmumadmiaﬁ'@ M1A3 uaz M1A4 'y

Solvent system : Acetone:Hexane [2:3]

1234567 1234567 1234567
A B C D E F

Solvent system : MeOH:CH,CI, [2:8]

1234567 1234567 1234567
A B C D E F

gﬂﬁ 127. TLC chromatograms qw%ﬁmlﬁu"lfﬂﬂ acetylcholinesterase LLa:ﬁﬁumggaﬁm: DPPH Ua38%184
FI’NA M1A1-M1A7 madluam%@, Detector : A = UV 254 nm, B = UV 366 nm, C = White light, D = Anti-
DPPH at 0 hr, E = Anti-DPPH at 24 hr, F = Anti-AChE

5323 N1IMENE1T0ONNENEINNVIRIKVDIETEAN MeOH1-A3 Uaz Ad (M1A3+M1A4)

WENEIUTIRTENA MIA3  Nnsin 142 n3u uas M1A4 dhwmin 1.94 nSu 69833 column
chromatography lasl#igmaasfiiilu silica gel (Grade 7734, 70-230 mesh, 150 g) uazldigmanmaindaud
m&lﬁ'lﬁ‘l_lﬁd’i 100% Hexane (600 mL), 5% Acetone : Hexane (300 mL), 10% Acetone : Hexane (900 mL),
15% Acetone : Hexane, 20% Acetone : Hexane, 30% Acetone : Hexane, 50% Acetone : Hexane, 70%
Acetone : Hexane, 90% Acetone : Hexane atndaz 300 mL, 100% Acetone (600 mL), 5% MeOH : Acetone,
10% MeOH : Acetone, 15% MeOH : Acetone, 20% MeOH : Acetone, 25% MeOH : Acetone, 50% MeOH :
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Acetone, 75% MeOH : Acetone 8819z 300 mL Uaz 100% MeOH (600 mL) W&IaNIINFIUVDITNIFNAT bet

laganduanuLana19aI3s TLC wuinldausasansana 9 fractions (M1B1- M1B9) a93LlN 128

M1A3+M1A4 fractions
3.36 g

Column Chromatography

Acetone : Hexane, MeOH : Acetone

SR SR SN SN SN S SN S S

M1B1 M1B2 M1B3 M1B4 M1B5 M1B6 M1B6c M1B7 M1B8 M1B9
245 mg |[17.7mg |[ 149 mg || 33.1g |[784 mg || 2.04g ||86.3 mg||228.3mg|| 295.4 g || 350.3 g

gﬂﬁ 128. NIULNFITVAIEIUVDIRIIENG MeOH1-A3 LAz A4 628 column chromatography

Wminuasnin ik ansmzniouan usssauvadIpaaefannfliusnvasudazaiusad
§138na M1B1-M1B9  ugaslua1sef 72 uazanwmenisugnaasssmduesdilsznavun TLC 289119 8

fractions WRZATNAWALEN bet LLamﬁagﬂﬁ 129

@137197 72. USNm anwoewen uazsauesIgmenaeninlsugn fraction M1B1-M1B9

Fraction 5’Qmmﬂ§§a%ﬁ Wwin (9) | anvmzasanm
M1B1 | 100% Hexane — 10% Acetone : Hexane 450 mL 0.0245 | s1IniaFnaed
M1B2 | 10% Acetone : Hexane 0.45 L - 15% Acetone : Hexane 0.2 L 0.0177 | 283udimToadu
M1B3 15% Acetone : Hexane 100 mL — 20% Acetone : Hexane 0.0149 YBILTIRT LT
M1B4 | 30% Acetone : Hexane 0.0331 | 289udIRToTY
M1B5 50% Acetone : Hexane 0.0784 RN (SRRt
M1B6 70% Acetone : Hexane — 90% Acetone : Hexane 100 mL 2.04 YRILTIRTLITY
M1B6c | 70% Acetone : Hexane — 90% Acetone : Hexane 100 mL 0.0863 | VaILTIIRITL?
M1B7 | 90% Acetone : Hexane — 100% Acetone 200 mL 0.2283 | vavudvRAIBTY
M1B8 | 100% Acetone 400 mL — 10% MeOH : Acetone 0.2954 | aIWIIFBITN
M1B9 | 15% MeOH : Acetone — 100% Acetone 200 mL 0.3503 | aIuINFBITN
123456789 123456789

A B c D

311 129. TLC chromatograms U8381%18IF1I&NA M1B1-M1B9
Solvent system : Acetone : Hexane [4:6]

Detector A =UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm
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53.2.4 NIULENENIITDONANENTINNVBIFEIRVBIETANA MeOH1-B4 (M1B4)

LNFIUVBIENIENa M1B4 Hmein 0.0331 N3y #1833 column chromatography Iml*‘ﬁi’gmﬂmﬁ
\ilu silica gel (Grade 7734, 70-230 mesh, 40 g) uazligManAAREUAMUEIGLAIR 100% CH,CI, (100
mL), 1% MeOH : CH,Cl, (500 mL), 3% MeOH : CH,Cl,, 5% MeOH : CH,Cl,, 7% MeOH : CH,Cl,, 10%
MeOH : CH,Cl,, 15% MeOH : CH,Cl,, 20% MeOH : CH,Cl,, 25% MeOH : CH,Cl,, 30% MeOH : CH,Cl,, 50%
MeOH : CH,Cl,, 70% MeOH : CH,Cl,, a&1daz 100 mL Waz 100% MeOH (200 mL) WRINNIINTIUVAIFNT
afanlalaardonnuuandieeds TLC wuinlddnuesansana 8 fractions (M1C1-M1C8) éﬁgﬂﬁ 130

M1B4 fraction

0.0331g
Column chromatography
MeOH:CH,Cl,
| I Vo
M1C1 M1C2 M1C3 M1C4 M1C5 M1C6 M1C7 M1C8

8.5 mg 1.9 mg 11.4 mg 5.4 mg 1.3 mg 4.2 mg 6.0 mg 2.2 mg

gﬂﬁ 130. NNIULNFITVAIEIUVBIRIIENG MeOH-B4 628 column chromatography

dninnasnyinlwuds Ansaznnouen uaziiduasignainfeniifilfiontasudazdiuas
a1ana MIC1-MIC8  uaasluanTifl 73 uazdnmmemsusnuasssfiiluasdisznanun TLC  wa9ns 8
fractions meé'agﬂﬁ 131

@13197 73. YTk ansaemeuan wazsaupesIgaantawiluen fraction M1C1-M1C8

Fraction an'lmﬂﬁauﬁ Wwin (9) | snvmza1TENa
M1C1 100% CH,Cl, — 1% MeOH : CH,Cl, 0.0085 | ATUFRARIDEN
M1C2 | 3% MeOH : CH,Cl, 150 mL 0.0019 | anuFnReuden
M1C3 | 3% MeOH : CH,Cl, 50 mL — 5% MeOH : CH,Cl, 0.0114 | vaudiFuLUwidan
M1C4 | 7% MeOH : CH,Cl, — 10% MeOH : CH,Cl, 25 mL 0.0054 | VaIudIRUIUWT L7

M1C5 | 10% MeOH : CH,Cl, 75 mL — 15% MeOH : CH,Cl, 50 mL | 0.0013 | aTnuinies

M1C6 | 15% MeOH : CH,Cl,50 mL — 25% MeOH : CH,Cl, 50 mL | 0.0042 | asnuEndes

M1C7 | 25% MeOH : CH,Cl, 50 mL- 30% MeOH : CH,Cl, 50 mL 0.0060 | anuFdsdy

M1C8 | 30% MeOH : CH,Cl, 50 mL — 100% MeOH 0.0022 | AUTILITN

A

gﬂﬁ 131. TLC chromatograms LaJ8%ua48138Na M1C1-M1C8
Solvent system : MeOH : CH,CI, [1:9]
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm
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53.2.5 NIUENEII00NYNENTINNVaIEIRVBIFITENA MeOH1-B5

LN§IWVBIENTENa M1B5 H1miin 0.0784 N3y #1833 column chromatography Imul*‘ﬁi’gmﬂmﬁ
1il Sephadex LH-20 (40 g) Lm:slﬁ'g]mﬂmﬂmﬁauﬁﬂu 100% MeOH (550 mL) Aa49MNIINFIBVDIEIINNG
Plelasafunnuuanaadneds TLC ldauvasansania 5 fractions (M1D1- M1D5) é’agﬂﬁ 132

M1B5 fraction
0.0784 g

Column Chromatography
MeOH

h 4 h 4 v 4 h 4
M1D1 M1D2 M1D3 M1D4 M1D5

40.2 mg || 20.2 mg || 3.1 mg 7.6 mg 4.7 mg

Eﬂﬁ 132. NIUYNFITVAIEIUVBIRIIENG MeOH1-B5 @28l column chromatography

Wminuasaninlduis snsmzniouen uszdauvesIpaaefaunliusnvaiudazdiusad
§1380A M1D1- M1D5 ugadluasnn 74 uazanwmenisuonvassnsniduasdlsznauun TLC wainsg 5

fractions LLamﬁogﬂﬁ 133

@191911 74. USnms anwoenouan uazsauvesigmeaaaewnlguen fraction M1D1- M1D5

Fraction 5'gmmﬂa"auﬁ Y¥iwin (9) ANBWLEIIENA
M1D1 100% MeOH 140 mL 0.0402 VDN R STHEISEY
M1D2 | 100% MeOH 40 mL 0.0202 YaIuImded
M1D3 | 100% MeOH 30 mL 0.0031 ATMUTDLURAD
M1D4 | 100% MeOH 100 mL 0.0076 AMUTDLURAD
M1D5 | 100% MeOH 240 mL 0.0047 ATMUED

A Cc

gﬂﬁ 133. TLC chromatograms "ummumadmiaﬁ'ﬂﬁ M1D1- M1D5
Solvent system : MeOH : CH,CI, [1:9]
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

5326 MILENEITOONNENMIZINMNYaIEINYBIENIENA MeOH1-B6 waz B7 (M1B6+M1B7)
WONEIUVBIENIENG M-B6  H1%AThN 204 N3N Uaz M-B7  #1%thn 02283  NTW 62835 column
chromatography laglzigmaasfiilu siica gel (Grade 7734, 70-230 mesh, 300 g) uszlFigmiameaaioud
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NSNS 100% Hexane (0.4 L), 2% Acetone : Hexane (0.4 L), 5% Acetone : Hexane (0.2 L), 10% Acetone :
Hexane (0.2 L), 20% Acetone : Hexane (0.6 L), 25% Acetone : Hexane (0.2 L), 30% Acetone : Hexane, 35% Acetone
: Hexane, 40% Acetone : Hexane, 50% Acetone : Hexane, 70% Acetone : Hexane, 90% Acetone : Hexane, 100%
Acetone, 5% MeOH : Acetone, 10% MeOH : Acetone, 20% MeOH : Acetone, 30% MeOH : Acetone, 50% MeOH :
Acetone, 70% MeOH : Acetone, 90% MeOH : Acetone 881982 0.4 L ez 100% MeOH (14 L) ARINNTINFINVDI
gaanad ialasanduanuuanasdaeds TLC wuinldgnvasanssna 6 fractions (M1E1-M1ES) é’agﬂﬁ 134

M1B6+M1B7 fractions
227 g

Column chromatography

Acetone:Hexane, MeOH:Acetone

4 A 4 4
M1E1 M1E2 M1E3 M1E4 M1E5 M1E6

6.7 mg 3.8 mg 17.3 mg 142 g 233.1mg| | 398.2mg

gﬂﬁ 134. MIUBNFITVAIFIUVBIRIINNA MeOH1-B6 Laz B7 628 column chromatography

Wnnnnasanyilduds ansueniouen uazirauveIgnanfeunnliusnvasudasdiunas
§198Na M1E1-M1E6  uaaslua1sen 75  uszanwmensusnvadasiiduasddsznavun TLC 289119 6

fractions W¥AIG93UN 135 uvasaIana ME4 LHuNANFY1 hwmin 1.42 niu Fal¥10% compound 9

@19197 75. USumh aNwoenouan uaziauvasignmeeteuninlgduen fraction M1E1-M1E6

Fraction "'a'g)mmﬂé"auﬁ Wwin (9) | anwmzasana
M1E1 | 100% Hexane - 20% Acetone : Hexane 0.0067 | VaIUIIRITLIBDU
M1E2 25% Acetone : Hexane - 30% Acetone : Hexane 0.0038 PpIULTIRTLIBOU
M1E3 | 35% Acetone : Hexane - 40% Acetone : Hexane 0.1 L 0.0173 | VaIUTIIRIARDY
M1E4 | 40% Acetone : Hexane 0.3 L - 50% Acetone : Hexane 0.25 L 1.42 P IUTIEV?
M1E5 | 50% Acetone : Hexane 0.15 L - 90% Acetone : Hexane 0.2331 yasudsiinena
M1E6 | 100% Acetone - 100% MeOH 03982 | vasudediirana

1 2 3 4 5 6 1 2 3 4 5 6
A B c D

311 135. TLC chromatograms v89&u183an38na M1E1-M1E6

Solvent system : Acetone : Hexane [8:2]

Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm
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5.3.2.7 ﬂ”lillﬁlﬂﬁ’]iaaﬂi]ﬂ%{ﬂ’]\‘lg’lﬂ’]W?Ja\‘id?%ﬂaﬂa’ﬁﬂﬁ‘ﬂ MeOH-E5

Len§IwYadIEsEna MIES Hmiin 0.2325 n3y @183 column chromatography I@Ul“ﬁi’gmﬂmﬁ
\ilw silica gel (Grade 7734, 70-230 mesh, 40 g) uazlFigmamainfaufiausiauesil 100% Hexane (100
mL), 1% Acetone : Hexane (200 mL), 2% Acetone : Hexane (200 mL), 5% Acetone : Hexane (200 mL), 7%
Acetone : Hexane (200 mL), 10% Acetone : Hexane (400 mL), 12% Acetone : Hexane (200 mL), 15%
Acetone : Hexane (400 mL), 20% Acetone : Hexane (200 mL), 25% Acetone : Hexane (600 mL), 30%
Acetone : Hexane, 32% Acetone : Hexane, 35% Acetone : Hexane, 40% Acetone : Hexane, 45% Acetone :
Hexane, 50% Acetone : Hexane, 53% Acetone : Hexane, 55% Acetone : Hexane, 60% Acetone : Hexane,
65% Acetone : Hexane, 70% Acetone : Hexane, 100% Acetone 881382 400 mL, 5% MeOH : Acetone, 10%
MeOH : Acetone, 15% MeOH : Acetone, 20% MeOH : Acetone, 30% MeOH : Acetone, 50% MeOH :
Acetone, 70% MeOH : Acetone 881982 200 mL 4az 100% MeOH (800 mL) RAIINNIINEIUVDIENIFNAT b6t

laganduanuuana1dae3s TLC wuinldsusadsansana 9 fractions (M1F1-M1F9) a93LN 136

M1ES5 fraction
232.5 mg

Column Chromatography

Acetone : Hexane, MeOH : Acetone

4 4 4 4 v v A4 A4 A4
M1F1 M1F2 M1F3 M1F4 M1F5 M1F6 M1F7 M1F8 M1F9

56mg |[499mg || 278 mg || 195 mg || 141 mg|[11.0 mg || 10.1 mg || 14.0 mg || 9.2 mg

gﬂﬁ 136. MIUBNFITVAIRIUVBIRIINNA MeOH1-E5 @28 column chromatography
Wminuasaninlduis ansmzniouen uszsauvasIpaaefauniliusnvasudazsiusad
f13ana MIF1-M1F9 uaaslua1sefn 76  uazanwmznsuonvasansiiiuasdisznauun TLC 289n9 9

fractions LEAIAIFUN 137

@139 76. USuok aNBIzAEuan wazEaUTsIgAaInRawiltien fraction M1F1-M1F9

Fraction S'Qmﬂmﬁ'aw?i wwiin (9) | anpmea1IaNn
M1F1 | 100% Hexane - 25% Acetone : Hexane 0.4 L 0.0056 | ATIUEWASY
M1F2 25% Acetone : Hexane 0.2 L - 32% Acetone : Hexane 50 mL 0.0499 ﬂi’ma‘ﬁjﬂma
M1F3 32% Acetone : Hexane 0.35 L 0.0278 m’m%’mf’mm
M1F4 35% Acetone : Hexane 0.4 L - 40% Acetone : Hexane 70 mL 0.0195 ﬂi’mai{’lma

M1F5 40% Acetone : Hexane 0.33 L - 45% Acetone : Hexane 0.12 L 0.0141 AUFIIeA

M1F6 45% Acetone : Hexane 0.25 L - 50% Acetone : Hexane 50 mL 0.0110 AUFEIeA

M1F7 50% Acetone : Hexane 0.32 L 0.0101 AUFIIAA

M1F8 50% Acetone : Hexane 40 mL - 60% Acetone : Hexane 0.26 L 0.0140 AL

M1F 9 | 60% Acetone : Hexane 140 mL - 100% MeOH 0.0592 PDILTIFUIOS
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123456 789 123456 789
A B C D

gﬂﬁ 137. TLC chromatograms YAIFIUVBIENINNA M1F1-M1F9
Solvent system : MeOH : CH,CI, [1:9]
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

53.2.8 NIWYNEIIDNYNENTININVEIEINVIFITENN MeOH1-B8 Laz BI
(M1B8+M1B9)

LIN§IUVEIENIRHA MBS 1wiin 029  n3W uaz M1BY  win 035 n3w @283%  column
chromatography lasl$inn1anafiiilu silica gel (Grade 7734, 70-230 mesh, 40 g) uazldigmamaindaudi
ANNENGUGIR 100% CH,Cl, (400 mL), 1% MeOH : CH,Cl, (800 mL), 3% MeOH : CH,CI, (600 mL), 5%
MeOH : CH,Cl, (3000 mL), 7% MeOH : CH,Cl, (1000 mL), 10% MeOH : CH,Cl, (1000 mL), 15% MeOH :
CH,Cl, (1000 mL), 20% MeOH : CH,Cl, (1000 mL), 30% MeOH : CH,Cl, (1000 mL), 50% MeOH : CH,Cl,
(500 mL), 70% MeOH : CH,Cl, (500 mL) 4&z 100% MeOH (1.5 L) WaIaMNTINGINVaIsNTanaT belanad
ANULANAIAI83T TLC wuinlddiuvasansana 6 fractions (M1G1-M1G6) ﬁogﬂﬁ 138

M1B8+M1B9 fractions
0.64 g

Column chromatography

MeOH:CH,Cl,

Y \ 4 A h 4 A v
M1G1 M1G2 M1G3 M1G4 M1G5 M1G6

13.6 mg | | 67.8 mg | | 34.8 mg 40.6 mg | | 62.5 mg 120.9mg

gllﬁ 138. NNIULNFITVAIEIBVDIRIIENG MeOH1-B8 LAz B9 628 column chromatography

Wminuasaninlduis snsmzniouen uszsauvasIpaaefanniliusnvasudazdiusad
§138NA M1G1-M1G6 ugaaluasnen 77 uazanwmenisugnvasasniiuesdlsznauun TLC  vainy 6

fractions LEAIAIFUN 139

@19197 77. USunms aNwozIouan uaziauvasipmeefeunnlgduen fraction M1G1-M1G6

Fraction i'gmmﬂgauﬁ ¥win (@) | anvmeaIsanm
M1G1 100% CH,Cl, — 3% MeOH : CH,CI, 0.35 L 0.0136 AU BT
M1G2 | 3% MeOH : CH,Cl, 0.25 L — 5% MeOH : CH,Cl, 0.9 L 0.0678 AMUFD LY
M1G3 | 5% MeOH : CH,Cl, 0.9 L 0.0348 AU BT Y
M1G4 | 5% MeOH : CH,Cl, 1.2 L — 7% MeOH : CH,Cl, 0.4 L 0.0406 ATIURI BT Y
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Fraction IpnIaLatani WINWN (g) | anHUMLAITANG

M1G5 | 7% MeOH : CH,Cl, 0.6 L — 15% MeOH : CH,Cl, 0.15 L 0.0625 asuihaa
M1G6 | 15% MeOH : CH,Cl, 0.85 L — 100% MeOH 0.1209 yasudsiihea

A B Cc D
gﬂ‘ﬁ' 139. TLC chromatograms Vad&I%UaIg1I8Na M1G1-M1G6
Solvent system : MeOH : CH,CI, [2:8] + 1% Acetic acid
Detector : A =UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

53.2.9 NIUENEIIOENANENTININVEIEIRVBIFITANA MeOH1-A5

LNEIBYBIFNTET MIAS 1iwiin 7.55 nsW ¢285% column chromatography Iﬂﬂl’ﬁi‘gmﬂmﬁ
1ilw silica gel (Grade 7734, 70-230 mesh, 200 g) LL@:’L%'?Qmﬂmﬂm‘s‘iauﬁmuﬁwﬁuﬁaﬁ 100% CH,Cl,, 2%
MeOH : CH,Cl,, 5% MeOH : CH,Cl,, 7% MeOH : CH,Cl,, 10% MeOH : CH,Cl,, 15% MeOH : CH,Cl,, 20%
MeOH : CH,Cl,, 30% MeOH : CH,Cl,, 50% MeOH : CH,Cl,, 70% MeOH : CH,Cl, uaz 100% MeOH atniaz
500 mL wasanTINsIUvesEssnan lalaganduanuuanaadieds TLC wuinlddiuaassnsana 9 fractions
(M1H1-M1H) Fa3i 140

M1AS5 fraction
7.55¢g

Column Chromatography
MeOH : CH,Cl,

AN S SN S SN SR S SN

M1H1 M1H2 M1H3 M1H4 M1H5 M1H6 M1H7 M1H8 M1H9
101 mg || 7.1 mg || 7.0mg || 15.3 mg || 6.8 mg |[ 14.6 mg || 157.6mg||695.0mg || 5.59 g

gﬂﬁ 140. NNIULNFITVBIEIBVBIRIIENG MeOH-A5 628 column chromatography

Wminuasaninlduis snsmzniouen uszdauvesIpaaefaunliusnvasudazdiusad
§13800 MTH1-M1H9  usadluansen 78 uszanwmensugnvassnsiiduasddsznauun TLC 289Ny 9

fractions LLamﬁagﬂﬁ 141

@15191 78. USums Anmwmenouan uazsauvesigmeafeunlguen fraction M1H1- M1H9

Fraction '“igmmﬂ?i'auﬁ wwin (9) ANBULEITENA
M1H1 100% CH,Cl, — 2% MeOH : CH,Cl, 0.0101 20IUTIRYI
M1H2 | 5% MeOH : CH,Cl, 0.0071 SN (STRISTEY
M1H3 | 10% MeOH : CH,Cl, 150 mL 0.0070 S NCRERHRIVBEE
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Fraction 5’gmmﬂ§"awﬁ' Wwiin (9) ANBWHLEIIENA
M1H4 | 10% MeOH : CH,Cl, 200 mL 0.0153 PadudImAs T
M1H5 | 10% MeOH : CH,Cl, 75 mL 0.0068 PadudIFARaIdan
M1H6 | 10% MeOH : CH,Cl, 75 mL 0.0146 PadudITBoUNRDS
M1H7 | 15% MeOH : CH,Cl, — 20% MeOH : CH,Cl, 300 mL 0.1576 vasudsiinea
M1H8 | 20% MeOH : CH,Cl, 200 mL 0.6950 Yosudsdinmady
M1H9 | 30% MeOH : CH,Cl, — 100% MeOH 5.59 Yasudsdinmady

123456789

A

123456789
Cc D

gﬂﬁ 141. TLC chromatograms 2838 U8Ix1I8NA M1H1- M1H9

Detector

Solvent system : MeOH : CH,CI, [1:9]

: A =UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

=& a ' v
5.3.2.10 N13LLYNFEITDDNYNDINNIBINNYDIAINYDIA1TENA MeOH1-H7 (M1H7)

WgN&IUVBIENSENA M1H7 1in 0.1576 N3 62833 column chromatography lagldignianed

(il silica gel (230-400 mesh, 40 g) wazlFigmeaniadeuiiaadausail 100% CH,Cl, (300 mL), 1%
MeOH : CH,Cl, (600 mL), 2% MeOH : CH,Cl,, 3% MeOH : CH,Cl,, 4% MeOH : CH,Cl,, 5% MeOH : CH,Cl,,
6% MeOH : CH,Cl,, 7% MeOH : CH,Cl,, 8% MeOH : CH,Cl,, 9% MeOH : CH,Cl,, 10% MeOH : CH,Cl,, 12%
MeOH : CH,Cl,, 15% MeOH : CH,Cl,, 20% MeOH : CH,Cl,, 30% MeOH : CH,Cl,, 50% MeOH : CH,Cl,, 80%
MeOH : CH,Cl,, 90% MeOH : CH,Cl, 88198z 300 mL uaz 100% MeOH (600 mL) #§I9INTINFINVOIFT

snafldlasenduanuuandedieds TLC wudlddiuuasansana 7 fractions (MI1-MI7) as3ufl 142

M1H7 fracticn

157.6 mg
Column Chromatography
MeOH : CH,CI,
I T
M1 Mi2 MI3 Mi4 MI5 MI6 MmI7
290 mg || 37.7 mg || 0.10 mg || 8.20 mg || 6.60 mg || 22.2 mg || 17.8 mg

gﬂﬁ 142. NMIULNFTVBIEIBVBIRIIENG MeOH1-H7 628 column chromatography

Wmnnuasaninlduis ansmzniouan uszaauvadIpaaefanniliusnvasudazaiusad

IENA MI1-MI7 waasluansnin 79 wazanuemInenaaszIniduasdUsznauun TLC waIns 7 fractions

LLamé’agﬂﬁ 143
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@139 79. USNo4 ANBIM RN uazEaUesIpMaaawinlsuen fraction MI1-MI7

Fraction IPNaLARD W wWInWN (g) ANHWHLEITENG

MI1 | 100% CH,Cl, — 2% MeOH : CH,CI, 0.28 L 0.0029 | ATUFIN

MI2 | 2% MeOH : CH,Cl, 20 mL — 4% MeOH : CH,Cl, 0.18 L | 0.0377 | Tasudsfnaastuwiden

MI3 | 4% MeOH : CH,Cl, 10 mL 0.0001 | vIudsFu

MI4 | 4% MeOH : CH,Cl, 0.29 L — 5% MeOH : CH,Cl, 024 L | 0.0082 | vasudsfmniasduinaa

MI5 | 5% MeOH : CH,Cl, 60 mL — 6% MeOH : CH,Cl, 0.12L | 0.0066 | vadudimnaosdutinea

MI6 | 6% MeOH : CH,CI,0.18 L — 9% MeOH : CH,Cl, 0.26 L 00222 | wesudedmanstwinea

MI7 | 9% MeOH : CH,Cl, 40 mL — 100% MeOH 0.0178 | vasudimnaasdutinea
123 4 567 123 4 567
A B c D

gﬂﬁ 143. TLC chromatograms 28484 U8IR1IENA MI1-MI7
Solvent system : MeOH : CH,CI, [1:9]
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

5.3.2.11 MUENE1T00NANENISEININVBIFINVBIE1TENA MeOH1-HS

LINEIUBBIFITETA MTH8 UMein 0.7069 N3u 835 column chromatography I@ﬂlﬁi’g]mﬂmﬁ
1w silica gel (70-230 mesh, 90 g) Lm:’l,ﬂﬁ*a”gmﬂmmm‘a‘iauﬁmuéwﬁuﬁuﬁ 100% CH,Cl, (200 mL), 1%
MeOH : CH,Cl, (100 mL), 3% MeOH : CH,Cl, (500 mL), 5% MeOH : CH,Cl, (700 mL), 7% MeOH : CH,Cl,
(600 mL), 10% MeOH : CH,Cl, (2500 mL), 15% MeOH : CH,Cl,, 20% MeOH : CH,Cl,, 30% MeOH : CH,Cl, ,
50% MeOH : CH,Cl,, 70% MeOH : CH,Cl, 881982 400 mL waz 100% MeOH (900 mL) HaJaINTINEINVE

f3enad ldlagaduanuLana19a183s TLC wuinldauvasansana 8 fractions (M1J1-M1J8) a93LN 144

M1H8 fractions

706.9 mg
Column chromatography
MeOH:CH,CI,
M1J1 M1J2 M1J3 M1J4 M1J5 M1J6 M1J7 M1J8

6.3 mg 0.1 mg 0.7 mg 4.8 mg 21.8 mg | | 84.4 mg 189.4mg| |253.1mg

g‘ﬂﬁ 144. NIULNFTVBIFIBVBIRIIENG MeOH1-H8 @28 column chromatography
iminuasaninlduds ansmzniouen uszdrauuesIpnaefeunnliuenvaiudazdaunad
813800 M1J1-M1J8  uaaslua19i 80  uazanwmmensuonvasssniluasddsznauun TLC 284119 8

£ o a (% {
fractions LLazﬂﬂﬁ@nua%%}ﬂaﬁiz DPPH LLﬁ@N@\‘]Eﬂﬁ 145
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@139 80. USuNmh ANwIMEnan uaziaUIDIIpMaARawinlTuen fraction M1J1-M1J8

Fraction S’Qnﬁﬂsﬂgauﬁ wwiin (9) ANBWLEIIENA
M1J1 100% CH,Cl, — 5% MeOH : CH,Cl, 590 mL 0.0063 asuiihea
M1J2 | 5% MeOH : CH,Cl, 110 mL 0.0001 AsILEineg
M1J3 | 7% MeOH : CH,Cl, 175 mL 0.0007 asuihea
M1J4 | 7% MeOH : CH,Cl, 175 mL 0.0048 mywiladiima
M1J5 | 7% MeOH : CH,Cl, 150 mL 0.0218 sviiadinena
M1J6 10% MeOH : CH,Cl, 200 mL 0.0844 fniaFnaes
M1J7 | 10% MeOH : CH,Cl, 900 mL 0.1894 mIniiadiea
M1J8 10% MeOH : CH,CI, 1600 mL — 100% MeOH 0.2531 Yasudsiinea

12 3456 78
C

F

31J°7'; 145. TLC chromatograms qw?ﬁma%a'ﬁm: DPPH 283814838137810 M1J1-M1J8
Solvent system : MeOH : EtOAc [1.5:8.5] + 1% Acetic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm
E =DPPH O hr., F = DPPH 8 hr., G = DPPH 24 hr.

5.3.2.12 NIUENEI0NNENTINNVBIEIMVBIFITENAA MeOH1-J5, J6 uaz J7
(M1J5+M1J6+M1J7)
wengIuYadEsEna M1J5 1imin 0.0233 n3i M1J6 siwin 0.0864 N3y uas M1J7 witn 0.2011
N34 @283 column chromatography Iﬂﬂl’ﬁ'ﬁ’gmﬂﬂdﬁﬂu silica gel (Grade 7734, 70-230 mesh, 65 g) LA
‘L«E’;’gmﬂmﬂm‘éauﬁmuénﬁuﬁoﬁ 100% Hexane (200 mL), 5% Acetone : Hexane (200 mL), 10% Acetone :
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Hexane (400 mL), 15% Acetone : Hexane (200 mL), 20% Acetone : Hexane (200 mL), 30% Acetone :
Hexane (200 mL), 40% Acetone : Hexane (200 mL), 50% Acetone : Hexane (200 mL), 55% Acetone :
Hexane (600 mL), 60% Acetone : Hexane (600 mL), 70% Acetone : Hexane (600 mL), 80% Acetone :
Hexane, 90% Acetone : Hexane, 100% Acetone 5% MeOH : Acetone, 10% MeOH : Acetone, 15% MeOH :
Acetone, 20% MeOH : Acetone, 30% MeOH : Acetone, 50% MeOH : Acetone, 70% MeOH : Acetone 8814
82 400 mL uas 100% MeOH (800 mL) W& NI INEINVIFIRAAT Ialasarfaanunandsaads TLC
WU l@EIuVaIRNIANA 5 fractions (M1K1- M1K5) ﬁagﬂﬁ' 146

M1J5+M1J6+M1J7 fraction

0.3108 g
Column Chromatography

Acetone : Hexane, MeOH : Acetone

h 4 h 4 y \ 4 \ 4
M1K1 M1K2 M1K3 M1K4 M1K5
51m 6.1m 33.3 mg |[133.3mg || 66.0 m

gﬂﬁ 146. MIUINFITVAIRIUVBIRIINNA MeOH1-J5, J6 Uaz J7 @28 column chromatography

Wminuasaninlduis snsmzniouen uszsauvasIpaaefanniliusnvasudazdiusad
§138Na M1K1- M1K5 ugaslua1sen 81 uszanwmenisugnuassnsniduasdlsznavun TLC 289119 5

fractions LLam@TagaJﬁ 147

@19197 81. UTunmh ANwazIuuan uaziauvasipmaniouniltuen fraction M1K1- M1K5

Fraction IPnaLatani WA () | anwamcaIIENG
M1K1 100% Hexane — 50% Acetone : Hexane 0.2 L 0.0515 ANURRIDIVN
M1K2 | 55% Acetone : Hexane 0.3 L 0.0061 AURARDITY

2

M1K3 | 55% Acetone : Hexane 0.3 L — 60% Acetone : Hexane 0.2 L 0.0333 PBIWTIFTUNONR

2

M1K4 60% Acetone : Hexane 0.4 L — 70% Acetone : Hexane 0.6 L 0.1333 PBIWTIFTUNONR

M1K5 | 80% Acetone : Hexane 0.4 L — 100% MeOH 0.0660 YBIWTIFEN ORI

A B Cc D

;iﬂﬁl 147. TLC chromatograms V848 1%Uad8178Na M1K1- M1K5
Solvent system : MeOH : EtOAc [1:9] + 1% formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm
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5.3.2.13 NIUENE1TONYNENTINNVBIFEIRVBIE TN A MeOH1-HI

WenEIMBdIEIENA MIH9 1ihwiin 5.82 n3u #2835 column chromatography I@ﬂi‘ﬁ"ﬁ]ﬂﬁﬂﬂdﬁﬂu
silica gel (230-400 mesh, 436 g) uazlFigmanaAdauRiaUAGUGIN 100% CH,Cl, (0.5 L), 5% MeOH :
CH,Cl, (2 L), 7% MeOH : CH,C, (2 L), 10% MeOH : CH,Cl, (1 L), 15% MeOH : CH,Cl, , 20% MeOH : CH,Cl,,
30% MeOH : CH,Cl,, 50% MeOH : CH,Cl,, 70% MeOH : CH,Cl, uaz 100% MeOH 881482 1 L ARIaNNTINEIH

vaIsIRnaf ldlasandoanuuandsdieis TLC wuildsuvassnsana 6 fractions (M1L1- M1L6) G331l 148

M1H9 fraction

5.82¢g
Column Chromatography

MeQH : CH,CI

l l l v l—+ l

M1LA1 M1L2 M1L3 M1L4 M1L5 M1L5c M1L6
112.0mg |[ 20.9 mg || 51.1 mg || 225.5mg || 1.20g [|260mg || 2.77 ¢

Eﬂﬁ 148. MIUBNFITVAIRIUVBIRIINNA MeOH1-H9 618 column chromatography

Wminuasaninlduis snsmzniouen uszsauvasIpaaefanniliusnvasudazaiusad
§138Na MIL1- MIL6  ugadlua1soin 82 uszanwmensugnuassnsniduasdisznouun TLC 289119 6

fractions LLam@TagaJﬁ 149

@13197 82. USuNm Anwozenen uazaauaIgmMeaefeuinlsuen fraction M1L1- M1L6

Fraction S'Qmmﬁfi:auﬁ Wwiin (9) ANHWLEIIENA
M1L1 100% CH,Cl, — 5% MeOH : CH,Cl, 2 L 0.1120 AMUFNRDI
M1L2 | 7% MeOH : CH,Cl, 1 L 0.0209 | amudiena
MAL3 | 7% MeOH : CH,Cl, 1 L 0.0511 | anwiiena
MiL4 | 10% MeOH : CH,Cl, 0.8 L 0.2255 | amwiiena

M1L5 | 10% MeOH : CH,Cl, 0.2 L — 20% MeOH : CH,Cl, 0.25 L 12052 | srIndladinena

M1L5c | 10% MeOH : CH,Cl, 0.2 L — 20% MeOH : CH,Cl, 0.25 L 0.0260 P IUTIFNRD

M1L6 | 20% MeOH : CH,Cl,0.25 L — 100% MeOH 27766 | snswilamihanady

L2 & d "5Ee 6 1 23 45 56
A B C D

gﬂ'ﬁ' 149. TLC chromatograms Va4 2%1ad8138Na M1L1- M1L6
Solvent system : MeOH : EtOAc [1.5:8.5] + 1% Acetic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm
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5.3.2.13 miu,s.mmiaanqn‘%w%mmmaaa"mmadmsaﬁ'ﬂ MeOH1-L4 (M1L4)

LENFIUVBIFNTETA MIL4 1iAwiin 0.2248 N5U e83% column chromatography I@ﬂl‘ﬁ%’gmﬂmﬁ
\iu silica gel (Grade 7734, 70-230 mesh, 40 g) uazlFignamaiaRaufiaudeudsil 100% Hexane (200
mL), 5% Acetone : Hexane (200 mL), 10% Acetone : Hexane (400 mL), 15% Acetone : Hexane (400 mL),
20% Acetone : Hexane (200 mL), 30% Acetone : Hexane (2200 mL), 35% Acetone : Hexane, 40% Acetone :
Hexane, 50% Acetone : Hexane, 70% Acetone : Hexane, 90% Acetone : Hexane, 100% Acetone 5% MeOH :
Acetone, 10% MeOH : Acetone, 15% MeOH : Acetone, 20% MeOH : Acetone, 30% MeOH : Acetone, 50%
MeOH : Acetone, 70% MeOH : Acetone a:198% 400 mL wax 100% MeOH (500 mL) PAIINTINFINY DS
ganaf lalaganduanuuanasdisds TLC wuinldsuaasansana 5 fractions (MIM1-M1MS) ﬁagﬂﬁ 150

M1L4 fraction
0.2248 g

Column Chromatography
MeOH : Hexane : MeOH : Acetone

v v \ v v

M1M1 M1M2 M1M3 M1M4 M1M5S
41 mg [[12.5mg || 32.2mg || 6.1 mg [|141.8mg

gi.lﬁ 150. NNIULLNFITVAIFIUVDIRIIENG MeOH1-L4 628 column chromatography

Wnnnnasanyilduds ansueniouen uazdrauveIgmanfteunnliusnvasudasdiunas
§138Na MIM1-MIM5  ugadluan3nen 83  uazanwmensusnvadansiiiussddsznauuu TLC 289119 5

fractions meﬁ'\igﬂﬁ 151

@139 83. USuNmh AnwoMenen uazaaUesIpMaaawinlsuen fraction M1IM1-M1M5

Fraction %’gmmﬂ'ﬁ'a%ﬁ wwiin (9) | anmsmza1Tann
M1M1 100% Hexane — 30% Acetone : Hexane 900 mL 0.0041 AMUFD
M1M2 30% Acetone : Hexane 300 mL 0.0125 Nﬁﬂﬁ‘ﬁ:’lma
M1M3 30% Acetone : Hexane 1000 mL 0.0322 Nﬁﬂfﬁ{’]ma
M1M4 35% Acetone : Hexane — 40% Acetone : Hexane 300 mL 0.0061 ﬂ‘nu%m{ﬁma
M1M5 | 40% Acetone : Hexane 100 mL — 100% MeOH 0.1418 vaaudsdans

A B Cc
Eﬂ'ﬁ' 151. TLC chromatograms Ua4&2u1ad&138Na M1M1-M1M5
Solvent system : MeOH : EtOAc [1:9] + 1% Acetic acid

Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm
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5.3.2.14 NIUENEITDONNENTINNVBIFINVIFITENN MeOH1-M2, M3 uaz M4
(M1M2+M1M3+M1M4)
LenEINVEITNTRNA MIM2 1imtin 0.0125 n3u MIM3 swin 0.0322 n3u uay MIM4 simsin
0.0061 n3u #1835 column chromatography lanl#ipn1aasfiilu Sephadex LH-20 (40g) uazldigmania
nsauiidu 100% Methanol (300 mL) WRIINIINEINVITNIAAAN L laBoFEANNLANGITI83T TLC
wuin ldsuvesanIana 4 fractions (MIN1-M1N4) é’agﬂﬁ 152

M1M2+M1M3+M1M4 fractions

50.8 mg
Column Chromatography
MeOH
\ 4 \ 4 A
M1N1 M1N2 M1N3 M1N4

9.1 mg 4.4 mg 24.9 mg 2.5 mg

gi.lﬁ 152. NIULNFITVAIEIUVDIRIIENG MeOH1-M2, M3 Uaz M4 @28 column chromatography

shninwdsaniliuds ansmeniouen uazidurasipamaedeuiiflfuoneudazdiuas
A13aa MINT-MINA  uaasluansnafl 84 wazdnwaznisusnvasasfiiuesdilsznanun TLC  vaana 4
fractions LLamﬁ\‘lgﬂﬁ 153

sauvadsIana MIN3 Sansaadunandsnn sansnRgailanaildiduassfiodoany mMsse

til v a v I3 = I
‘Y]LLElﬂVL@ﬁ]’mﬁ’]iﬁﬂ@I@nEJLNYI']%E]E]‘IJBGL@&I@]‘I;% il compound 6

A131971 84. U3mu anmmznuen wazdiauzaignaadauiflgdien fraction M1N1-M1N4

Fraction "‘s’gmﬂmﬁlauﬁ wwiin (9) ANBULEITENA
M1N1 100% MeOH 50 mL 0.0091 ﬂi’]u%ﬁ’]@]’m
M1N2 100% MeOH 3 mL 0.0044 ﬂi’]'i.l%iilﬁ@ﬂm"ffw
M1N3 100% MeOH 7 mL 0.0249 NAN2Y
M1N 4 100% MeOH 240 mL 0.0025 mmﬁf’f’wna

A Cc
Eﬂﬁ 153. TLC chromatograms YDIFIUVOIFNIRNA MIN1-M1N4
Solvent system : MeOH : CH,CI, [2:8] + 1% Formic acid
Detector : A =UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm
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5.3.2.15 mﬂmnmiaanqw%w%amwmaaa"mmadmsaﬁ'ﬂ MeOH1-L5 (M1L5)

wengnaIENIETa MILS iwin 1.2052 n$u #1833 column chromatography I@ﬂl“ﬁi’gnﬁﬂmﬁ
\ilu silica gel (Grade 7734, 70-230 mesh, 160 g) uazlFigmananfaufiadm Ui 100% Hexane, 10%
Acetone : Hexane, 20% Acetone : Hexane, 30% Acetone : Hexane, 35% Acetone : Hexane, 40% Acetone :
Hexane, 45% Acetone : Hexane 881482 0.4 L, 50% Acetone : Hexane, 55% Acetone : Hexane, 60% Acetone :
Hexane 2814982 1.2 L, 65% Acetone : Hexane (2.0 L), 70% Acetone : Hexane (2.0 L), 75% Acetone : Hexane,
80% Acetone : Hexane, 90% Acetone : Hexane 881482 1.2 L, 100% Acetone, 5% MeOH : Acetone, 10%
MeOH : Acetone, 15% MeOH : Acetone, 20% MeOH : Acetone, 30% MeOH : Acetone, 50% MeOH : Acetone,
70% MeOH : Acetone 88198z 0.8 L ez 100% MeOH (1.6 L) #asansIndInassIsnan e lagandunina
LANGNAIEAT TLC wu leduvasansana 6 fractions (M101-M106) ﬁagﬂﬁ 154

M1L5 fraction
1209

Column Chromatography

Acetone : Hexane, MeOH : Acetone

v v v v y y

M101 M102 M103 M104 M105 M106
18.5mg | [134.9mg| [121.3mg| |275.0mg| |203.0mg| |336.3mg

gﬂﬁ 154. NIUYNFITVAIFIBVBIRIIENG MeOH1-L5 628 column chromatography

sninnasnyinlwuds Anwaiznnouan uaziiduasignainfeniifilfiontasudazdiuas
§1381a M101-M106  uaasluanafl 85 uazdnmaznsugnvassnsniduasdusznauun TLC 289119 6
fractions LLa@]\‘Jﬁ'\‘lgﬂﬁ 155

@19197 85. UTuNmh ANwMzIBUan uazdauvasipmaefeunnlguen fraction M101-M106

Fraction IPnIaatani WINWA (g) | anwacEITENA
M101 100% Hexane — 60% Acetone : Hexane 0.2 L 0.0185 ATILFUNAA

M102 | 60% Acetone : Hexane 0.3 L — 65% Acetone : Hexane 1.7 L 0.1349 PYDILTIFUIOA

M103 | 65% Acetone : Hexane 0.3 L — 70% Acetone : Hexane 1.3 L 0.1213 PpIWTIFUIOR

M104 70% Acetone : Hexane 0.7 L — 90% Acetone : Hexane 0.1 L 0.2750 FIniaFiea
M105 | 90% Acetone : Hexane 1.1 L — 10% MeOH : Acetone 0.4 L 0.2030 FInhaFiIaa
M106 10% MeOH : Acetone 0.4 L — 100% MeOH 0.3363 PpIWTIFUIOA

A B Cc
Eﬂ“?i 155. TLC chromatograms YDIFIUVBIENIRNA M101-M106
Solvent system : MeOH : EtOAc [1.5:8.5] + 1% Formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm
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5.3.216 N1THENEITANNENIEINMNVBIEINVBIETENA MeOH1-02 uaz 03 (M102+M103)

LINFIWVBIFNTENA M102 Hmein 0.1349 N3U uaz M103 %imtin 0.1213 n3u §w3% column
chromatography Iﬂﬂ‘ﬁgmﬂmﬁlﬂu Sephadex LH-20 (40g) LLaﬂﬁ'gmﬂmﬂmﬁauﬁLﬂu 100% Methanol
(500 mL) W&INTINEINVBIENTENAN LA lasadaaNuLaAna19eads TLC  wuinldgnuassssna 5
fractions (M1P1-M1P5) sra3ufi 156

M102+M103 fractions
0.2562 g

Column Chromatography
MeOH

v v v v v

M1P1 M1P2 M1P3 M1P4 M1P5
78.0mg || 91.7 mg || 20.1 mg || 5.0 mg 0.7 mg

Eﬂﬁ 156. MILBNFITVAIFIUVBIRIINNA MeOH1-02 Laz O3 @28 column chromatography
dminuasaninlduis snsmzniouen uszsauvasIpaaefanniliusnvasudazainsad
R38N0 MIP1-M1P5  uaaslua3199 86  uazanwaensuanvasansniduasdsznauun TLC 289N 5

fractions LEAIAIFUN 157

@13197 86. Utk ANBITMEUAN wazEIAUBIIgAALARawNAlTIeN fraction M1P1-M1P5

Fraction '“s’gmmﬂ?i'auﬁ wwiin (9) ANBULEITENA
M1P1 | 100% MeOH 126 mL 0.0780 pa9uisiinea
M1P2 | 100% MeOH 22 mL 0.0917 va9udsiiea
M1P3 | 100% MeOH 44 mL 0.0201 va9udsiinea
M1P4 | 100% MeOH 32 mL 0.0050 ATMUFLNRDY
M1P5 | 100% MeOH 276 mL 0.0007 anudihea

A B Cc
gﬂﬁ 157. TLC chromatograms Ua4&2uuad8138Na M1P1-M1P5
Solvent system : MeOH : EtOAc [1.5:8.5] + 1% Formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm
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5.3.217 NSHENEITENNENIEINMNVBIEINVBIETENA MeOH1-04 Uaz O5 (M104+M105)

LINFIUVBIFNTENA M104 Hmein 0.2750 N3U uaz M104 %inmtin 0.2030 n3u §e3% column
chromatography I@ﬂ“ﬁi’gmﬂmﬁlﬂu Sephadex LH-20 (40g) LLﬂ:l“ﬁi’gnﬂﬂnWﬂLﬂﬁauﬁLﬂu 100% Methanol
(500 ml) wasnTINEIRTaIFIEnanldlagandaanuuandediess TLC  wudnldsiuvassnsana 5
fractions (M1Q1-M1Q5) f93Ul 158

M104+M105 fractions

0.4780 g
Column Chromatography
MeOH
A A4 A4 A 4

M1Q1 M1Q2 M1Q3 M1Q4 M1Q5
63.5mg [|289.5mg || 38.0 mg || 33.4 mg || 11.4 mg

gﬂﬁ 158. MILUNFITVAIFIUVBIRIINNA MeOH1-04 Laz O5 618 column chromatography
Wminuasaninlduis snsmzniouen uszdauvesIpaaefauniliuenvaiudazdiunad
fIANA M1Q1-M1Q5  uaadlua3199 87  uazanwmenshanvasasiiduadsddsznauun TLC  289nd 5

fractions LLamé’agﬂﬁ 159

@13197 87. USNmk AnwMeuen uaziaupesIpaaaawifiluen fraction M1Q1-M1Q5

Fraction S'Qmmﬂﬁ'auﬁ wwiin (9) ANBULEITENA
M1Q1 100% MeOH 108 mL 0.0635 va9udsiiea
M1Q2 | 100% MeOH 24 mL 0.2895 vasudsmihaady
M1Q3 | 100% MeOH 24 mL 0.0380 va9udsiihena
M1Q4 | 100% MeOH 26 mL 0.0334 va9udsiihea
M1Q5 | 100% MeOH 318 mL 0.0114 aswEhea

311 159. TLC chromatograms 283811284&138NA M1Q1-M1Q5
Solvent system : MeOH : EtOAc [1.5:8.5] + 1% Formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm
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5.3.2.18 NIUENEITDONYNENTINNVIFEIRVBIETENA MeOH1-Q4 (M1Q4)

WeNEIUVBIFIIFNA M1Q4 1hmiin 0.0334 N1 61835 column chromatography lagldignianef

\Ju C-18 (20g) LLﬂﬂ“ﬁi’gmﬂmﬂmﬁauﬁLﬂu 50% Methanol : H,0 (100

mL) ARINNTINEIUVBIENTANAT L6t

lasanduauuane9eisis TLC wuiilddiunasansana 5 fractions (M1R1-M1RS5) 633171 160

M-AE4 fraction

0.0334 g
Column Chromatography
MeOH
v v v v v
AF1 AF2 AF3 AF4 AF5
122 mg || 171 mg || 0.7 mg 24 mg || 11.0 mg

gﬂﬁ 160. NNIULNFITVAIEIUVDIRIIENG MeOH-AE4 @28l column chromatography

Wminuasaninlduis snsmzniouen uszdauvesIpaaefaunliusnvaiudazdiunad

8138NA MIR1-M1R5  L&AIIHANI19N 88  wazanmmen1IHenvaIasniduaidlsenauun TLC 28N 5

fractions LLaméﬁgﬂﬁ 161

@13197 88. YTtk anwzMeuuan uazsaupesIgaanaawiflltuen fraction M1R1-M1R5

Fraction 5’gmmﬂﬁauﬁ Wwin (9) ANBWHLEITENG
M1R1 | 50% Methanol : H,0 24 mL 0.0122 asLEInaaE

M1R2 | 50% Methanol : H,0 14 mL 0.0171 anuEheady

M1R3 | 50% Methanol : H,0 2 mL 0.0007 ATMUFLNRDY

M1R4 | 50% Methanol : H,0 4 mL 0.0024 as1wEhea

M1R5 | 50% Methanol : H,0 56 mL 00110 | aswiihena

A B Cc
31J°7'; 161. TLC chromatograms U848 2u1a48138Na M1R1-M1R5
Solvent system : MeOH : EtOAc [1.5:8.5] + 1% Formic acid

Detector :A=UV 254 nm, B=UV 366 nm, C =30% H

,S0,, D = 30% H,SO,/ UV 366 nm
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é 1 Q
5.3.2.19 N3UANFITDONYNENTINTINVDIA1WVIANIENA MeOH1-L5¢ (M1L5c)
LENEIWVBIRIIENG M1L5C ¥1%1n 0.0259 NIW @183 column chromatography Im‘["ﬁi’gmﬂmﬁ
\f1 Sephadex LH-20 (40g) LLﬂ:l“ﬁi’gnﬂﬂnWﬂLﬂﬁauﬁLﬂu 100% Methanol (100 mL) WRINNITINEIBVDIENT

snafldlasandunnuuaneadasis TLC wuiildaiuasansana 5 fractions (M1S1-M185) aigufl 162

M1L5c fraction
0.0259 g

Column Chromatography
MeOH

vy v v v

M151 M1S2 M1S3 M154 M1S5

0.6 mg 2.9 mg 1.9 mg 1.0mg || 16.8 mg

gﬂﬁ 162. MIUBNFITVBIRIUVBIRIINNA MeOH1-L5¢ @28 column chromatography

Wminuasaninlduis snsmzniouen uszdauvesIpaaefaunliusnvaiudazdiusad
RITANA M1S1-M1S5  LI@ILUANTIIN 89  WAzANBMNITHENVBIRNIN D UaIALUsenauun TLC  289nd 5
fractions LLamﬁogﬂﬁ 163

fauvadansana M1S5 Aanwaiduvasudefinios sinin 16.8 1idu compound 10

@139 89. USuNm4 AnwzMYUeN uazaIauasIpMeafenifltugn fraction M1S1-M1S5

Fraction 5’gmmﬂ§"awﬁ' Wwin (9) ANBWLE1IENA
M1S1 100% MeOH 47 mL 0.0006 ATUFNRDY

M1S2 | 100% MeOH 5 mL 0.0029 ATMUFLNRDY

M1S3 | 100% MeOH 6 mL 0.0019 ATMUFLNRDY

M1S4 | 100% MeOH 2 mL 0.0010 ATMUFLNRDY

M1S5 100% MeOH 40 mL 0.0168 PIUTIRIARD

1 2 3 4 5 1 2 3 4 5

A B c D

gﬂﬁ 163. TLC chromatograms madﬁ’mmamﬁﬁﬁ'ﬂﬁ M1S1-M1S5
Solvent system : MeOH : EtOAc [1.5:8.5] + 1% Formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm
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5.3.2.20 miusmmiaanqnénw%amwmaaé’i'mmadmiaﬁ'ﬂ MeOH1-L6 (M1L6)

wengmpaIanIaTa MIL6 Hwmin 2.77 nu #1835 column chromatography Iﬂﬂlﬁi’gmﬂmﬁlﬂu
siica gel (Grade 7734, 70-230 mesh, 200 g) uaglFigmameaindeuiiausidussil 100% Hexane, 5%
Acetone : Hexane, 10% Acetone : Hexane, 15% Acetone : Hexane, 20% Acetone : Hexane, 30% Acetone :
Hexane atin4az 400 mL, 35% Acetone : Hexane (800 mL), 40% Acetone : Hexane (1.2 L), 50% Acetone :
Hexane (1.2 L), 60% Acetone : Hexane (3.0 L), 70% Acetone : Hexane (3.0 L), 80% Acetone : Hexane, 90%
Acetone : Hexane, 100% Acetone 5% MeOH : Acetone, 10% MeOH : Acetone, 15% MeOH : Acetone, 20%
MeOH : Acetone, 30% MeOH : Acetone, 50% MeOH : Acetone, 70% MeOH : Acetone, 90% MeOH : Acetone
08198z 800 mL uaz 100% MeOH (1.6 L) masannyusinaasanIanad lalaganduanauandiseds TLC
wuinlddIuvasznIana 6 fractions (M1T1-M1T6) ﬁagﬂ'ﬁ' 164

M1L6 fraction
2779

Column Chromatography

Acetone : Hexane, Acetone : MeOH

v v v v v v

M1T1 M1T2 M1T3 M1T4 M1T5 M1T6
121 mg | [12.6 mg | [ 25.0 mg 137.8mg | |429.9mg 148 g

Eﬂﬁ 164. NNIULNFITVBIFIBVDIRIIENG MeOH1-L6 @28 column chromatography

shninwdsaniliuds ansmeaiouen uaziduresipamaefouiiflfuoneudazaiuas
gIana MITI-M1T6  uaadluansnafi 00 uazdnwazmsusnvasssiiduasfilsznanun TLC  wa9ns 6
fractions LLamﬁ\‘lgﬂﬁ 165

@13197 90. USNm AnwIzMgwen uazsIauadIgMaefeuinlsuen M1T1-M1Te

Fraction IPMIALARaw WINWA (g) | ANBULIITENA

M1T1 100% Hexane — 50% Acetone : Hexane 150 mL 0.0121 ATIUFGN

M1T2 50% Acetone : Hexane 1.05 L — 55% Acetone : Hexane 1.25 L 0.0126 AUFUIALA

M1T3 55% Acetone : Hexane 1.95 L — 60% Acetone : Hexane 0.7 L 0.0250 madLLﬁd'ﬁt{’lma
M1T4 | 60% Acetone : Hexane 1.45 L 0.1378 | VaILTIIRIARDY
M1T5 | 60% Acetone : Hexane 0.25 L — 90% Acetone : Hexane 0.2 L 0.4299 | VaIUTIFIARDY
M1T6 90% Acetone : Hexane 0.6 L — 100% MeOH 1.4859 mwﬁﬂﬁﬁﬁma

A

gﬂ'ﬁ' 165. TLC chromatograms Uad&2u1ad8138Na M1T1-M1T6
Solvent system : MeOH : EtOAc [2:8] + 1% Formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

129




J 1 Q
5.3.2.21 NM3UANFITDONYNENTINTINVDIA1WVDIAN1IENA MeOH1-T4 (M1T4)
WSNEIUVBIFIIFNA M1T4 ¥inwin 0.1378 N3u 62835 column chromatography lagldignianef
\u C-18 (45g) uazldignianiainfaniiilu 50% Methanol : H,O (200 mL) BAIINTINEIUVBIRIIRNAN 6T

laandunuuane9eisis TLC wuiildduasansana 7 fractions (M1U1-M1U7) 633171 166

M1T4 fraction

0.1378 g
Column Chromatography

MeOH

v v v v v v v

M1U1 M1U2 M1U3 M1U4 M1US M1U6 M1U7
85mg ||376mg|[214mg || 56 mg [[23.2mg || 86 mg 8.6 mg

gﬂﬁ 166. NNIULLNFIIVAIEIUVDIRIIFING MeOH1-T4 628 column chromatography

Wminuasaninlduis snsmzniouen uszsauvasIpaaefanniliusnvasudazdiusad
§138na MIUT-M1U7  ugaaluansei 91 uazanwaznisugnasssnsiiiuasdisznauun TLC  va9ns 7

fractions LLaméf\agﬂﬁ 167

@19197 91. USunmw ANwazIouan uazfiauvasipmaefeunnlduen fraction M1U1-M1U7

Fraction "S'gmmﬂ?;auﬁ ¥win (9) ANBWHLEITENA
M1U1 | 50% Methanol : H,0 46 mL 0.0085 asuhea
M1U2 50% Methanol : H,O 11 mL 0.0376 ﬂiﬁu%ﬁﬁ@l’m
M1U3 | 50% Methanol : H,O0 6 mL 0.0214 YaIUDITNRD
M1U4 | 50% Methanol : H,O 3 mL 0.0056 289udIRRAD
M1U5 | 50% Methanol : H,O 10 mL 0.0232 289udIRRAD 9
M1U6 | 50% Methanol : H,O0 11 mL 0.0086 asLhea
M1U7 | 50% Methanol : H,0 113 mL 0.0076 asLihea

A B Cc
;iﬂﬁl 167. TLC chromatograms UaJ&I%uaI&138na M1U1-M1U7
Solvent system : MeOH : EtOAc [1.5:8.5] + 1% Formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm
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J 1 Q
5.3.2.22 NM3UANEITDONYNENTINTINVDIA1WVDIAN1IENA MeOH1-T5 (M1T5)
LENEIBVDIENIRNA M1T5 %111n 0.4299 N3N @283 column chromatography Iml*‘ﬁi’gmﬂmﬁ
\f1 Sephadex LH-20 (40g) LLa:Pﬁi’gmﬂmﬂmﬁauﬁLﬂu 100% Methanol (400 mL) WRINNITINEIUVDIENT

snafldlasandunnuuandadisds TLC wudilddiuaassnsana 5 fractions (M1V1-M1V5) 331N 168

M1T5 fraction
0.4299 g

Column Chromatography
MeOH

v v v v v

M1V1 M1Vv2 M1V3 M1Vv4 M1V5
36.0 mg [[281.8mg || 28.5mg || 10.8 mg || 5.2 mg

gﬂﬁ 168. MIUBNFITVAIFIUVBIRIINNA MeOH1-T5 @28 column chromatography
dminuasaninlduis snsmzniouen uszsauvasIpaaefanniliusnvasudazainsad
fIFNA MIVI-MIVS  uaasluas19n 92 wazanwaensuanvasansniduasdsznauun TLC 28909 5

fractions LEAIAIFUN 169

@131911 92. U3 o4 Anwmznouan uazsauvesIgaaafeunlguen fraction M1V1-M1V5

Fraction '3';]mmﬂ§"auﬁ Wwin (9) ANBWLEITENG
M1V1 | 100% MeOH 120 mL 0.0360 vasudsiinea
M1V2 | 100% MeOH 60 mL 0.2818 Wasmiladihea
M1V3 | 100% MeOH 46 mL 0.0285 pa9uisiinea
M1V4 | 100% MeOH 16 mL 0.0108 va9udsiiea
M1V5 | 100% MeOH 158 mL 0.0052 va9udsiiea

A Cc
;iﬂﬁl 169. TLC chromatograms Vad&1%Uadg138na M1V1-M1V5
Solvent system : MeOH : EtOAc [2:8] + 1% Formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm
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5.3.2.23 NTHENEITOONNENNEINMNVBIEINVBIEITENR MeOH1-V3 Uaz V4 (M1V3+M1V4)

LENFIWVBIFNTENA MIV3 1inmein 0.0285 N3 uaz M1V4 Wmein 0.0108 N3 #1833 column
chromatography Iﬂﬂiﬁi’gmﬂmﬁlﬂu C-18 (45g) LLazsL%i'gmﬂmﬂmﬁauﬁLﬂu 50% Methanol : H,0 (200
mL) W8INIINEIUVIENTEN AT L lananduanuuanasieds TLC wuinldsuuasssana 2 fractions
(MIW1-M1W2) 3307 170

M1V3+M1V4 fractions
0.0393 g

Column Chromatography

MeOH

A A 4
M1WH1 M1wW2

31.3 mg 5.6 mg
3ﬂﬁ 170. NIUYNFITVBIFIBVDIRIIENG MeOH-AA3+AA4 @78l column chromatography

Wminuasaninlduis snsmzniouen uszsauvasIpaaefanniliusnvasudazdiusad
g13ana MIWA-MIW2  ugasluasnen 93 uszanwmznisugnuasssniduasdisznauun TLC 289119 2

fractions Lmﬂaé’dgﬂﬁ 171

@19197 93. USuNmh ANwMzIouan uazdauvasigmaefeunnlgduen fraction M1W1-M1W2

Fraction Ipnatatani WINN (g) ANBWHLEITENA
M1W1 | 50% Methanol : H,O 124 mL 0.0313 ATUFNAA
M1W2 | 50% Methanol : H,O 76 mL 0.0056 ATIURARDY

A B Cc D
gﬂﬁ 171. TLC chromatograms U848 uuad&138Na M1W1-M1W2
Solvent system : MeOH : EtOAc [1.5:8.5] + 1% Formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

5.3.2.24 MIUANE1T00NANENTINNVBIEINVBIETENA MeOH1-W1 (MIWA)

LENEINVBIFTANA MW BN 0.0313 N3N #3835 column chromatography laglEign1ansii
1w C-18 (459) LL@:i%’TgnﬂﬂnﬂﬂLﬂﬁauﬁtﬂu 50% Methanol : H,0 (200 mL) #§391n 3N s vaIssaian Le
laga1duaNNLANaNe83T TLC Wuin lae1uuadIanIana 4 fractions (M1X1-M1X4) éﬁgﬂﬁ 172
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M1WH1 fraction

0.0313 g
Column Chromatography
H,O : MeOH
M1X1 M1X2 M1X3 M1X4

4.4 mg 26.2 mg 3.8 mg 10.2 mg

3111 172, MIUBNRITVRIRINVEITNIANA MeOH1-W1 628l column chromatography

Wminuasaninlduis snsmzniouen uszsauvasIpaaefanniliusnvasudazdiusad
RITRNA MAX1-M1X4  URAIIUANTIIN 94 LazANBMNITHENYBIRNIM D Na IR senauUn TLC  2a9nd 4
fractions W&A46931N 173

@191971 94. USuNmh ANwIAEANEUAN UazdIAUTaIpMARounTuen fraction M1X1-M1X4

Fraction '3'Qmﬂm§'au1ﬁ' Wwiin (9) ANHWHLEITENA
M1X1 50% Methanol : H,O 42 mL 0.0044 ﬂi’mﬁﬁ’lma

M1X2 | 50% Methanol : H,0 7 mL 0.0262 vasudsiinea

M1X3 | 50% Methanol : H,O 11 mL 0.0038 ATUFNRDY

M1X4 | 50% Methanol : H,O 140 mL 0.0102 ATMUFNRDY

A

gﬂﬁ 173. TLC chromatograms UaI&I%UaI&1I8Na M1X1-M1X4
Solvent system : MeOH : EtOAc [1.5:8.5] + 1% Formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

5.3.2.25 NIULENENITDONYNENTINNVBIFEIRVBIFTANA MeOH1-X2 (M1X2)

LENFIUVBITNTENA MIX2 Hmein 0.0262 N3y #1835 column chromatography I@ﬂ“ﬁi’gmﬂmﬁ
1w C-18 (459) Lm:’lﬁ'g]mﬂmﬂmﬁauﬁﬂu 80% Methanol : H,0 (50 mL), 70% Methanol : H,O (50 mL),
60% Methanol : H,0 (50 mL), 50% Methanol : H,O (100 mL) WasanTINsInuassnIanan alagaiduany
uANENFI83T TLC wuinlddiuvasznsana 2 fractions (M1Y1-M1Y2) é’agﬂﬁ 174

itnudsnrilduds Snsmenouan uazidusesipmanteuiiilfusnuaudazdiuves
g3ana MIY1-M1Y2  ugealuansnsfi 95 wasdnmaeminonvasasniduosdlsznouun TLC  waans 2
fractions LLamﬁagﬂ‘ﬁ' 175
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M1X2 fraction

0.0262 g
Column Chromatography
MeOH
A
M1Y1 M1Y2

6.3 mg 124 g

3111 174, MIULNFITVRIRINVEITNIANA MeOH1-X2 8l column chromatography

@19197 95. YTt ANwMzNLuan uaziauvasignmaefeunnlgduen fraction M1Y1-M1Y2

Fraction IPMIALAR WINWA (g) | anwmsaIIa@nNm

M1Y1 80% Methanol : H,O 50 mL — 50% Methanol : H,O 12 mL 0.0063 203uT9FIOS

M1Y2 50% Methanol : H,0 88 mL 0.0124 PBILTIFUIOR

A B Cc D
gﬂﬁ 175. TLC chromatograms Vad&I%uad&1I8nNa M1Y1-M1Y2
Solvent system : MeOH : EtOAc [1.5:8.5] + 1% Formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

5.3.2.26 NIUENEITDONYNENTINNVBIFINBIETENA MeOH1-T6 (M1T6)

LonEIBYBIENTETa M1T6 1win 1.4859 n3u §e3% column chromatography I@ml"ﬁi‘gmﬂmﬁ
\fJu C-18 (100g) Lm:l%i'gmﬂmﬂmﬁauﬁﬂu 50% Methanol : H,0 (400 mL), 60% Methanol : H,O (100
mL) uaz 100% MeOH (100 mL) WasanTINFINVaINIanan e lasaduanuuandeeaeds TLC wuinle
fIuLBITIAIA 6 fractions (M1Z1-M126) sis3ufl 176

M-V6 fractions

148 g
Column chromatography
H,O : MeOH
A 4 A \ 4 \ 4 \ 4 \ 4
AN1 AN2 AN3 AN4 AN5 ANG6

488.4mg| | 153.0mg| | 91.5 mg 452 mg | | 58.0 mg 59.5 mg

Eﬂﬁ 176. NIULLNFITVAIFIUVDIRIIENG MeOH1-T6 628 column chromatography
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Wnnnnasanyilduds ansueniouen uazirauveIgmanfteunnliusnvasudasdiunal
§198N0 M1Z1-M126  ugaslua1319i 96 wazanwmen1sugnuesansniluosdlsznauun TLC 289119 6

fractions meﬁ'\‘lgﬂﬁ 177

@13197 96. YT o4 ANBIM KN uazEIaUIDIIpMaARawiNlTuen fraction M121-M126

Fraction 5’gmmn§‘auﬁ' Wwiin (9) ANBWLI1IENA
M1Z1 | 50% MeOH : H,0 136 mL 0.4884 Wasnilamiheaidy
M1Z2 | 50% MeOH : H,0 24 mL 0.1530 Wasnilasihenaidy
M1Z3 | 50% MeOH : H,0 24 mL 0.0915 Wasmiladihea
M1Z4 | 50% MeOH : H,0 24 mL 0.0452 AsuEInaaE
M1Z5 | 50% MeOH : H,0 45 mL 0.0580 AsuEInaaE
M1Z6 | 50% MeOH : H,0 47 mL — 100% MeOH 0.0595 ALEaaE

A B c
Eﬂ‘ﬁ 177. TLC chromatograms YDIRIUVDIFNIRNA M1Z1-M1Z6
Solvent system : MeOH : EtOAc [1.5:8.5] + 1% Formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

5.3.2.27 NIUENENI00NNENTINNVBIFEIRVBIETENA MeOH1-A6 (M1A6)

LENEIWVBIENTETA MIAG 1wmin 14.43 35U §83% column chromatography I@ﬂl*’ﬁi’gmﬂmﬁ
\fJu silica gel (Grade 7734, 70-230 mesh, 350 g) Lm:’bﬁgmﬂmﬂmﬁauﬁmuﬁwﬁuﬁaﬁ 100% CH,Cl, (500
mL), 2% MeOH : CH,Cl, (1.5 L), 10% MeOH : CH,Cl, (1.0 L), 20% MeOH : CH,Cl,, 25% MeOH : CH,Cl,,
30% MeOH : CH,Cl,, 40% MeOH : CH,Cl,, 50% MeOH : CH,Cl,, 70% MeOH : CH,Cl,, 90% MeOH : CH,Cl,
0898z 500 mL uaz 100% MeOH (2 L) masannsiusinassnsanan elaganfonnuuandinisds TLC
WU eI uV8IRNIANA 9 fractions (M1AA1- M1AA9) é’agﬂﬁ 178

M1AB6 fraction
14.43 g

Column Chromatography
MeOH : CH,Cl,

S SN SN SN SN SN SN SN

M1AA1 || M1AA2 || M1AA3 || M1AA4 || M1AA5 || M1AA6 || M1AA7 || M1AA8 || M1AA9
9.6mg || 6.9mg [|10.0 mg || 2.5 mg |[ 14.3 mg || 52.9 mg [|314.5mg |[460.5mg || 8.14 g

gﬂﬁ 178. NIULNFITVBIEIBVBIRIIENG MeOH1-A6 @28l column chromatography
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Wnnnnasanyilduds ansueniouen uazirauveIgmanfteunnliusnvasudasdiunal

R1IRNA M1AAT- M1AA9 Laadlue3197 97 WRANBMENNTHENYIRIIM T WaIAUTznauUn TLC 189N 9

fractions meﬁogﬂﬁ 179

@19197 97. USNma ANwIzABuan waziauTaIipmanfeuniltuen fraction M1AA1-M1AA9

Fraction 5‘Qmmﬂ?;auﬁ wwiin (9) ANBWLEIIANA
M1AA1 | 100% CH,Cl, — 10% MeOH : CH,Cl, 0.0096 ATURI
M1AA2 | 20% MeOH : CH,Cl, 0.2 L 0.0069 AMUFD LY
M1AA3 | 20% MeOH : CH,Cl, 0.3 L 0.0100 PaIUTIRTYUNRDS
M1AA4 | 20% MeOH : CH,Cl, 0.2 L 0.0025 ANUTDLNTY
M1AA5 | 20% MeOH : CH,Cl, 0.2 L 0.0143 PaIuTIFARDITY
M1AA6 | 20% MeOH : CH,Cl, 0.2 L — 25% MeOH : CH,Cl, 0.25 L 0.0529 vasudsiinanaida
M1AA7 | 25% MeOH : CH,CI, 0.25 L — 30% MeOH : CH,Cl, 0.3 L 0.3145 yasudsiinanada
M1AA8 | 40% MeOH : CH,Cl, 0.35 L 0.4605 YosudsdinmaLdy
M1AA9 | 40% MeOH : CH,Cl, 0.15 L — 100% MeOH 8.14 vasudsiinaaida
123456789 123456789

A B c D

3111 179. TLC chromatograms U848 112848N38MA M1AA1-M1AA9

Solvent system

Detector

: MeOH : EtOAc [0.5:9.5]
:A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

5.3.2.28 NIUENEITDONYNENTINNVBIFINYBIE NN MeOH1-AAG (M1AAG)

UENEIUVDITIINNG MTAAE WIWTN 0.0529 N3N @383F column chromatography lasldipnie

aafiilu silica gel (Grade 7734, 70-230 mesh, 60 g) uazlFigmamainRaufiawdeudsil 100% CH,CI,
(200 mL), 1% MeOH : CH,Cl, (100 mL), 2% MeOH : CH,Cl, (300 mL), 5% MeOH : CH,Cl, (200 mL), 7%
MeOH : CH,Cl,, 10% MeOH : CH,Cl,, 15% MeOH : CH,Cl,, 20% MeOH : CH,Cl,, 30% MeOH : CH,Cl,, 50%
MeOH : CH,Cl,, 70% MeOH : CH,Cl,, 90% MeOH : CH,Cl, 88ndaz 100 mL uaz 100% MeOH (500 mL)

RAIINNIINEIUVAIFNIANAN LA LA AIFLANNLANAIIFI8TT TLC

(M1AB1-M1AB6) e1a31/71 180

WU IEINVRIENIENA 6 fractions
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M1-AAG fraction
52.9 mg

Column chromatography
MeOH:CH,Cl,

v v v v

M1AB1 M1AB2 M1AB3 M1AB4 M1AB5 M1AB6

3.8 mg 1.9 mg 1.5 mg 2.5 mg 14.6 mg 29.3 mg

gﬂﬁ 180. NNIULNFITVAIEIUVDIRIIENG MeOH1-AAB @28l column chromatography

Wminuasaninlduis snsmzniouen uszdauvesIpaaeafaunliusnvaiudazdiusad
813800 M1IAB1-M1AB6  ugadlua3n9n 98 uazanwmemsnanvassnsniduasdisznauun TLC 289N 6

fractions meé'agﬂﬁ 181

@19197 98. UTuNmh ANwIzIBUan uaziauvasIpmaniounltuen fraction M1AB1-M1AB6

Fraction IPNIALAR T WA (g) ANHWHTEITENG

M1AB1 | 100% CH,Cl, — 5% MeOH : CH,Cl, 250 mL 0.0038 | avuddn

M1AB2 5% MeOH : CH,CI, 50 mL — 10% MeOH : CH,Cl, 25 mL 0.0019 AUF

M1AB3 | 10% MeOH : CH,Cl, 75 mL— 15% MeOH : CH,Cl, 50 mL |  0.0015 | amufden

M1AB4 | 15% MeOH : CH,CI, 50 mL 0.0025 | ANUFTLITN

M1AB5 | 20% MeOH : CH,CI,0.2 L — 50% MeOH : CH,Cl, 25 mL 0.0146 | VaILTIFIAROINIOA

M1AB6 | 50% MeOH : CH,Cl, 75 mL — 100% MeOH 0.0293 | vasudsRABTY

A Cc

gﬂﬁ 181. TLC chromatograms UaJ&%4Ua48138Na M1AB1-M1AB6
Solvent system : MeOH : CH,CI, [1:9]
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

5.3.2.29 MIKYNEIT0ONYNANITINNVBIFINYDIETEIR MeOH1-AA7 Laz AAS
(M1AA7+M1AAS)

LENEIUTRIENANA MIAA7 11Wein 0.3145 N3W Uaz MIAAS 1inwiin 0.4605 n3u @233 column
chromatography laglEimansfiilu siica gel (Grade 7734, 70-230 mesh, 60 g) uazlFigmeamainfaudi
AUETURIN 100% CH,Cl,, 2% MeOH : CH,Cl,, 5% MeOH : CH,Cl,, 7% MeOH : CH,Cl,, 10% MeOH : CH,Cl,,
15% MeOH : CH,Cl,, 20% MeOH : CH,Cl,, 25% MeOH : CH,Cl,, 30% MeOH : CH,Cl,, 50% MeOH : CH,Cl,,
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70% MeOH : CH,Cl,, 90% MeOH : CH,Cl, 881982 300 mL uaz 100% MeOH (1 L) W3 nTIusIuaassnIanian

lalasadaanuuaneadaeds TLC wuinlddiuvesansana 8 fractions (M1AC1-M1AC8) éﬁgﬂﬁ 182

M1AA7+M1AAS8 fractions
775.0 mg

Column chromatography
MeOH:CH,ClI,

y A 4 \ 4 A A \ 4 A 4
M1AC;J M1AC2 M1AC3 M1AC4 M1AC5 M1AC6 M1AC7 M1AC8

27m 0.7 mg 0.4 mg 0.5 mg 3.6 mg 22.7 mg 192.9mg | [330.0mg

Eﬂﬁ 182. MIUBNFNTVAIRIUVBIRIINNA MeOH1-AA7 Uaz AA8 G2 column chromatography

Wminuasaninlduis snsmzniouen uwazsauvasIpaaefanniliusnvasudazdiusad
§138Na M1AC1-M1AC8 uaadluan319 99 wazanwmzmsusnvadasiiduasdisznauun TLC 289119 8

fractions LEAINIFUN 183

@13197 99. UTNm4 ANBIMEneN uaziaUPDIIpMaARawiNlTuen fraction M1AC1-M1AC8

Fraction 5’gmmﬂﬁawﬁl Wwin (9) | anvmeasanm
M1AC1 | 100% CH,Cl, — 2% MeOH : CH,Cl, 250 mL 00251 | ATwUEtanaua
M1AC2 | 2% MeOH : CH,Cl, 50 mL — 5% MeOH : CH,Cl, 50 mL 0.0007 | A1URV?
M1AC3 | 5% MeOH : CH,Cl, 100 mL 0.0004 | AURV?
M1AC4 | 5% MeOH : CH,Cl, 150 mL 0.0005 | A3URYNL
M1AC5 | 7% MeOH : CH,Cl, — 10% MeOH : CH,CI, 150 mL 0.0036 | ATUFWRBILDE
M1AC6 | 10% MeOH : CH,Cl, 150 mL — 15% MeOH : CH,CI, 100 mL 0.0227 | VaIUTIFNADY
M1AC7 | 15% MeOH : CH,Cl, 200 mL— 20% MeOH : CH,CI, 150 mL 0.1929 | VaIudIRIARDY
M1AC8 | 20% MeOH : CH,Cl, 150 mL — 100% MeOH 03300 | vasudsdirana

Solvent system : MeOH : CH,CI, [1:9]

A B c D

gﬂﬁ 183. TLC chromatograms Ua4&2u1ad8138Na M1AC1-M1AC8
Detector : A = UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm
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Solvent system : MeOH : CH,CI, [3:7]

12 3456 7 8 1 2 3456 7 8
A B C D

gﬂﬁ 183. (6ia) TLC chromatograms Tad& %1848 138Na M1AC1-M1AC8
Detector : A = UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

5.3.2.30 NMSHANEIT0ONANENSEININVBIEINVBIETENA MeOH1-ACE (M1ACS)

LENEIUTEITIATA MIACE 1min 0.0227  n3u 68T column chromatography lasld3gna
aafililu Sephadex LH-20 (40 g) uazldigmanmaindaufiillu 100% MeOH (500 mL), 50% CH,CI, : MeOH
(200 mL) ¥&z 100% Methanol (200 mL) #§321N3INEIUNVBIFNIRNA (fraction) 71 lalaza1duaNuLANeIdIY
3% TLC wuilesuvesansana 10 fractions (M1AD1- M1AD10) ﬁogﬂﬁ 184

M1ACS6 fractions
22.7 mg

Column Chromatography
MeOH

'S S SN S SN S S S S

M1AD1 || M1AD2 || M1AD3 || M1AD4 || M1ADS || M1AD6 || M1AD7 || M1AD8 || M1ADS || M1AD10
0.7mg || 0.4 mg || 14.2 mg 16g 1.8 mg 09g 1.2mg || 8.8 mg 09g 04g

gﬂﬁ 184. NNIULNFITVAIEIUVDIRIIENG MeOH1-AC6 @28l column chromatography

Wnnnnasanyilduds ansueniouen uazdrauveIgManfeunnliusnvasudasdiunas
8138NA M1AD1- M1AD10 WRAIIAITIIN 100 LazaNBMNSHENUaIaN NI waIalsznauuk TLC 2a9nd 10
fractions W¥A46931N 185

@13199 100. USuoh ANBIzMEuan wazsaupesIgaIanaawiileuen fraction M1AD1- M1AD10

Fraction 5’gmmﬂ§awﬁ' wwiin (9) ANBWHLEITENA
M1AD1 | 100% MeOH 25 mL 0.0007 ATIURIARDIB D
M1AD2 | 100% MeOH 5 mL 0.0004 ATIURIARDIB D
M1AD3 | 100% MeOH 15 mL 0.0142 Pa9udsmnanstuinana
M1AD4 | 100% MeOH 6 mL 0.0016 vasudsdinananad
M1AD5 | 100% MeOH 12 mL 0.0018 2a9udsmnanstuinans
M1AD6 | 100% MeOH 2 mL 0.0009 AMUFWNRDI8
M1AD7 | 100% MeOH 106 mL 0.0012 va9udsmnanstuinana
M1AD8 | 100% MeOH 329 mL 0.0088 2a9udsmnansUuias
M1AD9 | 50% CH,Cl,: MeOH 200 mL 0.0009 ATMUED

M1AD10 | 100% MeOH 200 mL 0.0004 ATIUEV
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1234567 8910

A

1234567 8910

c

gﬂﬁ 185. TLC chromatograms 289&1898138Ma M1AD1- M1AD10

Adsorbent

: Silica gel 60 Fs5,

Solvent system : MeOH : CH,ClI, [1.5:8.5]
:A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

Detector

5.3.2.31 NIUENE1T0ONINENTINNVBIFINYDIEENA MeOH1-AD3 (M1AD3)

UENEIRVDIFIIFNA MTAD3 111N 0.0142 n3u @833 column chromatography lasldignie

asMiilu Sephadex LH-20 (40g) LLazlﬁi'gmﬂmﬂmﬁauﬁLﬂu 100% Methanol (300 mL) #aIIINIINEIUYDI

gIananlalagonduanuuand1saieds TLC ldduuassnsana 5 fractions (MIAE1-M1AES) é’agﬂﬁ 186

M1AD3 fraction
0.0142 g
Column Chromatography
MeOH
v v v v
M1AE1 || M1AE2 || M1AE3 || M1AE4 || M1AES
0.9 mg 0.7 mg 5.3 mg 1.4 mg 1.5 mg

gﬂﬁ 186. MIULNFITVAIRIUVIRIIRNA MeOH1-AD3 628 column chromatography

Wminuasaninlduis snsmzniouen uwazsauvasIpaaefanniliusnvasudazsiusad

R1IENA MIAE1-M1AE5 WRAIMAANITIN 101 WRZANBIALNITHENTBIEN TN T UeIAUIznauU% TLC 18INd 5

fractions LEAIAIFUN 187

@13197 101. USuok anwaeNeuan wazsausesIgaIanfawinlsuen fraction M1AE1-M1AES

Fraction "'J'g]mmﬂﬁlauﬁ Wwiin (9) ANWULAITENA
M1AE1 100% MeOH 27 mL 0.0009 AUV

M1AE2 100% MeOH 3 mL 0.0007 AUV

M1AE3 100% MeOH 9 mL 0.0053 ﬂi’]uﬁﬁﬂ@']a

M1AE4 100% MeOH 15 mL 0.0014 ﬂi’]uﬁﬁﬂ@']a

M1AES 100% MeOH 246 mL 0.0015 ﬂi’]U%i«i’]@]"la
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gﬂﬁ 187. TLC chromatograms YDIRIUVIENIRNA MTAE1-M1AES
Solvent system : MeOH : CH,CI, [1.5:8.5]
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

5.3.2.32 N1IUENEIT0ONINENTINNVIFINYDIEENA MeOH1-ACT (M1ACT)

LUNEIBVDIFNINNG MIACT ‘li”mﬁfﬂ 0.1929 N3N G283 column chromatography I@]Uiﬁi’gnﬂﬂ
aailiilu silica gel (Grade 7734, 70-230 mesh, 60 g) uazlFipnanaiadaufiausIFLAIR 100% CH,CI,,
1% MeOH : CH,Cl,, 2% MeOH : CH,Cl,, 5% MeOH : CH,Cl,, 7% MeOH : CH,Cl,, 10% MeOH : CH,Cl,, 10%
MeOH : CH,Cl,, 12% MeOH : CH,Cl,, 15% MeOH : CH,Cl,, 17% MeOH : CH,Cl,, 20% MeOH : CH,Cl,, 25%
MeOH : CH,Cl,, 30% MeOH : CH,Cl,, 40% MeOH : CH,Cl,, 50% MeOH : CH,Cl,, 80% MeOH : CH,Cl, 813
82 300 mL waz 100% H,O : MeOH (1000 mL) %89337n32usuadssanad lalaganfonnuuandsniess
TLC wunleauvesansana 7 fractions (M1AF1-M1AF7) ﬁagﬂﬁ 188

M1AC7 fraction

192.9 mg
Column Chromatography
MeOH : CH,CI,
A A A 4 A A A

M1AF1 || M1AF2 || M1AF3 || M1AF4 || M1AFS || M1AF6 || M1AF7
38.6mg || 34.0mg |[29.9mg |/ 30.5mg|[351mg||82.0mg || 43.7 mg

gﬂﬁ 188. MIULNFITVAIRIUVIENINNA MeOH1-AC7 628 column chromatography

Wminuasaninlduis snsmzniouen uwszsauvasIpaaefanniliusnvasudazdiusad
§138Na M1AF1-M1AF7 ugaslua1sen 102 uazanwmznsuonvasansniduasdisznauun TLC 20919 7

fractions LEAIAIFUN 189

@191911 102. USanm4 anwmenouan uaziauTasigmeaafounnlgsuen fraction M1AF1-M1AF7

[ P ~ ﬁ'l‘lﬂﬁﬂ o o
Fraction 'agmmﬂaa%w ANWIWEHAIIANA
(9)

M1AF1 | 100% CH,Cl, — 2% MeOH : CH,Cl, 50 mL 0.0386 | VaIUTIRIARD
M1AF2 | 2% MeOH : CH,Cl, 0.25 L — 7% MeOH : CH,Cl, 0.1 L 0.0340 | vadudIFIAREIEIME
M1AF3 | 7% MeOH : CH,Cl, 0.2 L — 10% MeOH : CH,Cl, 0.15 L 0.0299 | VaIuTIFIAROIEIOA
M1AF4 | 10% MeOH : CH,Cl, 0.15 L — 12% MeOH : CH,CIl, 75 mL 0.0305 | VBIUTIRLARDILAY
M1AF5 | 12% MeOH : CH,Cl, 225 mL — 15% MeOH : CH,Cl, 175 mL | 0.0351 | 2adudiFnaadiana
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5 4 4 WIRUN 5 5
Fraction Ipnatafoni ANBMAIIANA
(9)

M1AF6 | 15% MeOH : CH,Cl, 125 mL — 20% MeOH : CH,Cl, 175 mL | 0.0820 | wasudifmndasinena

M1AF7 | 20% MeOH : CH,Cl, 125 mL — 100% MeOH 0.0437 | VaIudIFIAROITL

Solvent system : MeOH : CH2CI2 [1:9]

1 2 3456 7 123456 7
Solvent system : MeOH : EtOAc [1.5:8.5]

A B C
gﬂﬁl 189. TLC chromatograms Va8 %UaIg1I8Na M1AF1-M1AF7

Adsorbent : Silica gel 60 F,s5,
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

5.3.2.33 N3UYNENIDONYNENTINNVIFEIRVBIETENA MeOH1-AF6 (M1AF6)
UENEIUVDITIINNA MIAF6 11Imiin 0.0587 n3u 6283T column chromatography lasldignie
asfiLiln Sephadex LH-20 (40 g) LLaﬂ%ﬁ’gmﬂmﬂLﬂﬁauﬁLﬂu 100% MeOH (300 mL) #aI9INTINEIBYDIANT

snafldlasandunuuandaaisds TLC wuiildaiunasansana 9 fractions (M1AG1-M1AGY) ¢33l 190

M1AF®6 fraction
58.7 mg

Column Chromatography
MeOH

S SN S S vy v v

M1AG1 || M1AG2 || M1AG3 || M1AG4 || M1AG5S || M1AG6 || M1AGY || M1AGS || M1AG9

1.8 mg 2.7 mg 9.5mg [[195mg || 99mg [|174 mg || 4.0 mg 2.4 mg 1.1 mg

gﬂﬁ 190. NNIUYNFITVBIFIUVBIRIIENG MeOH1-AF6 @28 column chromatography

Wminuasaninlduis snsmzniouen uszsauvasIpaaefanniliusnvasudazaiusad
§138N0 M1AG1-M1AGY ugasluansei 103 uazanwmenmsusnvassnsiiiluesflsznouun TLC 209119 9

fractions meﬁagﬂﬁ 191
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@13197 103. USuoh anwaeeuan wazsaupesIgaIanaawinlsuen fraction M1AG1-M1AGY

Fraction ’a’gmmﬂﬁlauﬁ Y¥iwiin (9) ANBUEITENA
M1AG1 | 100% MeOH 10 mL 0.0018 2aIUTIFTNRDY
M1AG2 | 100% MeOH 7 mL 0.0027 PoIUDITNRDY
M1AG3 | 100% MeOH 11 mL 0.0095 PIUWTITNRITY
M1AG4 | 100% MeOH 4 mL 0.0099 PoIUDITNRDY
M1AG5 | 100% MeOH 12 mL 0.0174 2a9udsmnansUuias
M1AG6 | 100% MeOH 14 mL 0.0042 PIUWDIFNRILTY
M1AG7 | 100% MeOH 30 mL 0.0040 Pa3udsdnanstuinana
M1AG8 | 100% MeOH 66 mL 0.0024 ATUAWaasLwI s
M1AGY9 | 100% MeOH 146 mL 0.0011 aswEhea
12 3456 789 12 3456 7809

A B c D

gﬂﬁ 191. TLC chromatograms 28398 148I8138NA M1AG1-M1AGY

Detector

Solvent system : MeOH : CH,ClI, [2:8]

: A =UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

5.3.2.34 mmzmmiaanqﬂ%{ma%amwmaaai’mmaamsaﬁ'ﬂ MeOH1-ACS8 LLay AA9
(M1AC8+M1AA9)

LONFEIUVBIFNTENA MIAC8 1N%Tn 0.3300 NIN LAy M1AA9 #1bn 8.1351 N3N #2837 column

chromatography lasl#ipnansfiifln siica gel (Grade 7734, 70-230 mesh, 135g) uazld3gmaniaiadandi
AUEGUAIT 100% CH,CI, ,3% MeOH : CH,Cl, , 5% MeOH : CH,Cl, 7% MeOH : CH,Cl, 10% MeOH :
CH,Cl, , 15% MeOH : CH,Cl,, 20% MeOH : CH,Cl, ,30% MeOH : CH,Cl,, 50% MeOH : CH,Cl, , 70% MeOH :
CH,Cl,, 90% MeOH : CH,Cl, 88198 1 L, 100% MeOH (2 L) ka2 50% H20 : MeOH (2 L) Wasa NI IndInvad
gananlalasanduanaunandaeieds TLC wuinlddmvassnsana 6 fractions (M1AH1-M1AH6) é’agﬂﬁ 192

M1AC8+M1AA9 fractions

846 g
Column Chromatography
MeOH : CH,ClI,
M1AH1 M1AH2 M1AH3 M1AH4 M1AHS5 M1AHG6
335 mg| | 745 mg | [479.5mg 4.06 g 144 g 592.6mg

gﬂﬁ 192. MIUBNFITVAIRIUVBIRIINNA MeOH1-AC8 Laz AA9 628 column chromatography
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Wnnnnasanyilduds ansueniouen uazirauveIgmanfteunnliusnvasudasdiunal
813810 M1AH1-M1AH6 ugailua1319f 104 uazanwmensugnvasssiiduosdlsznauun TLC 289119 6

fractions LLam@“f\‘lEﬂﬁ 193

@13197 104, USuoh ANBIMEUAN waEIAUBIIgAIAIARaRNNlTLEN M1AH1-M1AHG

Fraction '3'Qmmﬂ§=a%ﬁ wwiin (@) | anwmzaIIanNm
M1AH1 | 100% CH,Cl, 1.0 L — 5% MeOH : CH,Cl, 0.7 L 0.0335 AsuEinanasan
M1AH2 | 5% MeOH : CH,Cl, 0.3 L — 15% MeOH : CH,Cl, 0.2 L 0.0745 snilesinea
M1AH3 | 15% MeOH : CH,Cl, 0.8 L — 20% MeOH : CH,Cl, 0.6 L 0.4795 sanitesiea
M1AH4 | 20% MeOH : CH,Cl, 0.4 L — 50% MeOH : CH,Cl, 0.6 L 4.0663 sanitesiena
M1AH5 | 50% MeOH : CH,Cl, 0.4 L — 90% MeOH : CH,Cl, 1.0 L 1.4495 saniiaiinena
M1AH6 | 100% MeOH 2.0 L — 50% H20 : MeOH 2.0 L 0.5926 va9ufsdinena

Solvent system : MeOH : CH,CI, [1:9]

Solvent system : MeOH : EtOAc [2:8] + 1% Formic acid

A B Cc
gﬂ'ﬁ' 193. TLC chromatograms 284821848 138Na M1AH1-M1AH6
Detector : A = UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

5.3.2.35 NIUENENIITDONYNENTINNVBIFEIRVBIETANA MeOH1-A7 (M1A7)

LeN§IwVBIENTETa MIA7 1win 21.59 n3u §83% column chromatography I@ﬂl*’ﬁi’gmﬂmﬁ
\iu silica gel (Grade 7734, 70-230 mesh, 1100 g) wazl¥ignAmaiaRaufiawimeudsil 100% CH,CI, (1
L), 10% MeOH : CH,CI, (3 L), 20% MeOH : CH,CI,, 30% MeOH : CH.,CI,, 40% MeOH : CH.,CI,, 50% MeOH
- CH,Cl,, 60% MeOH : CH,Cl, , 70% MeOH : CH,Cl,, 80% MeOH : CH,Cl,, 90% MeOH : CH,Cl,, a2 100%
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MeOH 881982 2 L Wad9NIINFIUaIRII&NAN lalagaduainunaned1aeisds TLC wuinldaiuvadans
ana 8 fractions (M1AI1-M1AI8) 693111 194

21.59

M1A7 fractions

9

Column chromatography

MeOH:CH,Cl,

!

S S

!

!

!

}

M1AI1
32.0 mg

M1AI2 M1AI3 M1AI4
304 mg | |89.1mg| |165.0mg

M1AI5
2.00 g

M1AI6
135 g

M1AI7
613.8mg

M1AI8
1.564 g

gﬂﬁ 194. MIULNFITVAIRIUVBIRIINNA MeOH1-A7 @28 column chromatography

Wminuasaninlduis ansmzniouen uszdauvesIpaaefaunliuenvaiudazdiunad

fI&NA MIAI-M1AI8  LEAIIUAIIIIN 105 LazANBMeNIHENVaIaN TN lnaIdlsznauun TLC waInd 8

fractions LLamﬁagﬂﬁ 195

@13197 105. USuoh anBaeMeuan wazsauuesIgaanfauilsien fraction M1AI1-M1AI8

Fraction i'gmmﬂ?\'auﬁ Wwin (9) | sanumzarsana
M1AI1 | 100% CH,Cl, — 10% MeOH : CH,Cl, 2.75 L 0.0032 | A3UFYUN
M1AI2 | 10% MeOH : CH,Cl, 0.25 L — 20% MeOH : CH,Cl, 0.25 L 0.0304 | as1wiinea
M1AI3 | 20% MeOH : CH,Cl, 1.75 L — 30% MeOH : CH,Cl, 0.25 L 0.0891 | as1wiinena
M1AI4 | 30% MeOH : CH,Cl, 1.75 L — 40% MeOH : CH,Cl, 0.50 L 0.1650 | 2a9udedirena
M1AI5 | 40% MeOH : CH,Cl, 1.5 L — 50% MeOH : CH,Cl, 1.25 L 20026 | wosuivEineaudu
M1AI6 | 50% MeOH : CH,Cl,0.75 L — 60% MeOH : CH,Cl, 1.5 L 13509 | vssudsiinenaudy
M1AI7 | 60% MeOH : CH,Cl, 0.5 L — 70% MeOH : CH,Cl, 1.0 L 0.6138 | vasudsdireautu
M1AI8 | 70% MeOH : CH,Cl,1.0 L — 100% MeOH 15649 | sswitedihenady
Solvent system : MeOH : CH,CI, [0.5:9.5]
12345678 123456 78
A B c D

3‘]]“?; 195. TLC chromatograms YAIFINVBIENIRNA M1AI1-M1AI8

Detector : A = UV 254 nm, B = UV 366 nm, C = 30% H,SO,4, D = 30% H,SO,/ UV 366 nm
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Solvent system : MeOH : CH,CI, [1:9]

12 3456 78
A

12 3456 738
C D

3111 195. (¢i@) TLC chromatograms U84&112848N38MA M1AI1-M1AI8

Detector : A = UV 254 nm, B = UV 366 nm, C = 30% H,SO,4, D = 30% H,SO,/ UV 366 nm

5.3.2.35 NIUENEITDNNENTINNVBIEINVBIFITENA MeOH1-AI3 uaz Al4
(M1AI3+M1AI4)

LENFINVEITNIRNG MIAI3 1tin 0.0872 N3y uaz M1AI4 win 0.1584 n3w 1833 column
chromatography laul#ignansfiiilu silica gel (Grade 7734, 70-230 mesh, 65 g) uazlfignaniaadand
@lmﬁﬂﬁuﬁd‘i 100% Hexane (200 mL), 5% Acetone : Hexane (200 mL), 10% Acetone : Hexane (200 mL),
15% Acetone : Hexane (400 mL), 20% Acetone : Hexane (1200 mL), 25% Acetone : Hexane (800 mL), 30%
Acetone : Hexane (800 mL), 40% Acetone : Hexane (800 mL), 50% Acetone : Hexane (800 mL), 70%
Acetone : Hexane (800 mL), 80% Acetone : Hexane (800 mL), 100% Acetone, 10% MeOH : Acetone, 20%
MeOH : Acetone, 30% MeOH : Acetone, 50% MeOH : Acetone, 70% MeOH : Acetone, 80% MeOH :
Acetone, 100% Acetone 881982 400 mL &z 100% MeOH (1.2 L) WaIa NI s Iuadssanan elauande
ANULANAIAIEAT TLC wuin lddiuvasansana 3 fractions (M1AJ1-M1AJ3) é’agﬂﬁ 196

M1AI3+M1AI4 fraction

0.2456 mg
Column Chromatography

Acetone : Hexane, MeOH : Acetone

v v y

M1AJ1 M1AJ2 M1AJ3
46.3 mg || 16.3 mg || 84.5 mg

gﬂﬁ 196. MIUINFITVAIFIUVBIRIINNA MeOH1-Al3 Uaz Al4 68 column chromatography

Wminuasaninlduis snsmzniouen uszdauvesIpaaefaunliusnvasudazdiunad
§138Na MIAJ1-MIAJ3 ugadluasnef 106 uszanwmznisugnaasssiiuosdilsznouun TLC 289119 3

fractions LLamﬁagﬂﬁ 197

@13197 106. U310k aNBIzMEuan wazsaupesIgnanaawiilsuen fraction M1AJ1-M1AJ3

Fraction 5'Qmmﬂ§"auﬁ Wwiin (9) ANBMLEITANA
M1AJ1 100% Hexane — 25% Acetone : Hexane 0.0463 NANFUD

M1AJ2 30% Acetone : Hexane - 80% Acetone : Hexane 0.0163 mamﬁa%m{’]ma
M1AJ3 | 100% Acetone — 100% MeOH 0.0845 Paudsdhana
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Solvent system : MeOH : CH,CI, [1:9]

Solvent system : MeOH : EtOAc [2:8] + 1% Formic acid

1 2 3
A B Cc D

gﬂﬁ 197. TLC chromatograms U848 %1848 138Na M1AJ1-M1AJ3
Detector : A = UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

5.3.2.36 NMIUENE1IDONNENTINNVBIAINYBIETENA MeOH1-AI5 (M1AIS5)

LENEINVBIFNTAA MIAI5 Hwiin 2.0 n3u 62835 column chromatography Tasl3gnaaaiiiu
silica gel (230-400 mesh, 200 g) wazlFigmaniaRawAiaEaGUSIR 100% CH,CI, (200 mL), 5% MeOH :
CH,Cl, (3 L), 10% MeOH : CH,Cl, (3 L), 15% MeOH : CH,Cl, (1 L), 20% MeOH : CH,Cl, (1 L), 25% MeOH :
CH,Cl, (800 mL), 30% MeOH : CH,Cl, (800 mL), 40% MeOH : CH,Cl, (1.2 L), 50% MeOH : CH,Cl, (800 mL),
70% MeOH : CH,C, (800 mL), 100% MeOH (500 mL) 4&z 20% H,O : MeOH (500 mL) #&33 N3 Ns UV
sanaf lalaganduanuuandsdinds TLC ldswasansania 6 fractions (M1AK1-M1AKS) ﬁdgﬂ'ﬁ 198

M1AI5 fractions

2.00g
Column chromatography

MeOH : CH,Cl,, H,0 : MeOH

y v v v v v

M1AK1 M1AK2 M1AK3 M1AK4 M1AKS M1AK6
11.0m 3.7.mg 175 m 188.7m 1.37 190.7mg

Eﬂﬁ 198. NNIULNFITVAIFIUVDIRIIENG MeOH-L5 628 column chromatography

Wminuasaninlduis snsmzniouen uszsauvasIpaaefanniliusnvasudazaiusad
§138Na M1AK1-M1AK6 ugasluansnei 107 uszansmznisugnaasasiiduasdisznauun TLC 209119 6

fractions LLam@T\‘lgﬂﬁ 199
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@13197 107. USuoe anwaeAouan wazsausesIgaIanfawinltien fraction M1AK1-M1AKE

Fraction 5’gmmﬂﬁauﬁ Wwiin (9) | sanumza1sana
M1AK1 | 100% CH,Cl, — 5% MeOH : CH,Cl, 0.6 L 0.0110 | avwiiheadon
M1AK2 | 5% MeOH : CH,Cl, 2.4 L — 10% MeOH : CH,Cl, 0.8 L 0.0037 | anuiiheason
M1AK3 | 10% MeOH : CH,Cl, 1.6 L 0.0175 | anuiiheason
M1AK4 | 10% MeOH : CH,Cl, 0.6 L — 20% MeOH : CH,Cl, 0.2 L 0.1887 | sswiiafinena
M1AK5 | 20% MeOH : CH,Cl, 0.8 L — 40% MeOH : CH,Cl, 0.35 L 13732 | mndlediiens
M1AK6 | 40% MeOH : CH,Cl, 0.85 L — 20% H,O : MeOH 0.1907 | sIwilafinenaida

Solvent system : MeOH : EtOAc [1:9]

Solvent system : MeOH : EtOAc [3:7]

A B Cc
31J°7'; 199. TLC chromatograms 2838 1UU8I81I&NA M1AK1-M1AKE
Detector : A = UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

5.3.2.37 miu,zmmsaanqw%Fma%'amwmaadaumaamsaﬁ'ﬂ MeOH1-AK3 waz AK4
(M1AK3+M1AK4)

LNFIWVBIENTENa MIAKS 1i1wiin 0.0175 n3u uaz MIAK4 wiin 0.1887 n3u 83 column
chromatography I@ﬂl“ﬁ"fg}ﬂ’lﬂmﬁlﬂu silica gel (Grade 7734, 70-230 mesh, 70g) LLaﬂ‘*ﬁ'gmﬂmmﬂ?iauﬁ
ANUEGUGIR 100% EtOAC (1100 mL), 1% MeOH : EtOAc (200 mL), 3% MeOH : EtOAc (600 mL), 5%
MeOH : EtOAc (600 mL), 7% MeOH : EtOAc (400 mL), 10% MeOH : EtOAc (1200 mL), 15% MeOH : EtOAc,
20% MeOH : EtOAc, 30% MeOH : EtOAc, 50% MeOH : EtOAc, 70% MeOH : EtOAc 8:i19ax 400 mL Lay
100% MeOH (800 mL) WRIMNIIWFINVIENTRNAT b lanardaanauuanasdaeds TLC wuinldsues
§178N@ 5 fractions (M1AL1-M1ALS5) ﬁagﬂﬁ 200
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M1AK3+M1AK4 fractions

0.2062 g
Column Chromatography
MeOH : EtOAc
v v v v v

M1AL1 M1AL2 || M1AL3 || M1AL4 M1ALS
7.0 mg 2.4 mg 53mg ||31.2 mg || 63.4 mg

Eﬂﬁ 200. NMIULNEIIVAIRIUVAIITRNA MeOH1-AK3 Uaz AK4 @28 column chromatography

Wminuasaninlduis snsmzniouen uszdauvesIpaaefeunliusnvaiudazdiusad
§138NA MIALT-M1AL5S ugadluan319i 108 uazanwamemsnanaassnsniduasdisznouun TLC 289119 5

fractions LLamﬁagﬂﬁ 201

@13197 108. USuoh anwaeMeuan wazsausesIgaIanaawinlsuen fraction M1AL1-M1ALS

Fraction 5'Qmmﬂ§"awﬁ' wwiin (9) ANBULEITENA
M1AL1 100% EtOAc 600 mL 0.0070 ﬂi’T]Ja‘Ii’”]@]’]a
M1AL2 100% EtOAc 500 mL — 3% MeOH : EtOAc 100 mL 0.0024 mmf%ﬁfwma
M1AL3 3% MeOH : EtOAc 500 mL 0.0053 m’m%"ﬁ:ﬂma
M1AL4 5% MeOH : EtOAc 400 mL 0.0319 m’m%"ﬁ:ﬂma
M1AL5 5% MeOH : EtOAc 200 mL — 100% MeOH 0.0634 mamﬁaﬁﬁyﬁma

1 2 3 4 5
A B Cc

Eﬂ‘ﬁ 201. TLC chromatograms YDIFIUVOIFIIRNA MT1AL1-M1AL5
Solvent system : Butanol : Propanol : Acetic acid : H,0 [3:1:1:1]

Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

5.3.2.38 NMSHANE1T00NANENSEININVBIFINVBIHTENA MeOH1-AK5 (M1AKS)

LENEIUVBIENIRNG M1AKS ‘lf’l‘lﬁ‘lIn 0.0125 N3N ¢283T column chromatography I@ml“ﬁ'g]n’lﬂ
asMiilu Sephadex LH-20 (40g) LLazlfi'gmﬂmmﬂﬁauﬁLﬂu 100% Methanol (500 mL) #aIIINTINEINYDI
gIananlalagonduanuuana1asiods TLC ldsuuasansania 4 fractions (M1AMI-M1AM4) é’agﬂﬁ 202

dninnasnyalwuds Ansazniouan uaziiduasignainfeniifilfiontasudazdiuas
gana MIAMA-M1IAM4 ugasluansnefi 109 uasdnwmemsuonvasssiinesdUsznauun TLC 28914 4

fractions LLamﬁagﬂﬁ 203
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M1AKS fraction
1.06 g

Column Chromatography
MeOH

v | —— | — I

M1AM1 | | M1AM2 | (M1AM2c| | M1AM3 | | M1AM3c| | M1AM4
109.0mg | [323.3mg| |103.0mg| |254.4mg| | 51.5 mg 32.0 mg

gﬂﬁ 202. NNILYNENIVDIEINVAIRIIANG MeOH1-AK5 628 column chromatography

@19197 109, US04 ANwozNoUan uaziauvasignaedeuinlgduen fraction MIAM1-M1AM4

Fraction 5’gmﬂmgawﬁl wwiin (9) ANBULEITENA
M1AM1 | 100% MeOH 130 mL 0.1090 Wasniladinea
M1AM2 | 100% MeOH 25 mL 0.3233 Wadniafnaossan
M1AM2c 0.1030 NANFUN

M1AM3 | 100% MeOH 70 mL 0.2544 witadihea

M1AM3c 0.0515 NANYIUULARD
M1AM4 | 100% MeOH 275 mL 0.0320 va3udsiinea

1 2 2¢ 3 3c 4
C

3111 203. TLC chromatograms U84&11898N3&NA M1AM1-M1AM4

A

Solvent system : Butanol : Propanol : Acetic acid : H,0 [3:1:1:1]

Detector A =UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

5.3.2.39 MSHANE1T08NANENSEINNVBIEINVBIETENA MeOH1-Al6 (M1AI6)

LINEINBIINIRNA MTAI6 inwiin 1.0082 N3y #285% column chromatography I@ﬂiﬁi’gmﬂﬂaﬁ
1 Sephadex LH-20 (40g) LLﬁ:’L”E’;’gmﬂnmmﬁauﬁLﬂu 100% Methanol (650 mL) WRIINIINFIUVDIFNT
afiaflalasardoanuuandeieds TLC wuinlddnuasansana 3 fractions (M1AN1-M1AN3) @Tag‘ﬂﬁ 204

M1AI6 fraction
1.00g

Column Chromatography | MeOH

| — v

M1AN1 M1AN1c M1AN2 M1AN3
221.8mg 9.2 mg 35.0mg | | 74.6 mg

Eﬂﬁ 204. NNILUNANIVDIEIUVDIFIIANG MeOH1-AI6 628 column chromatography
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Wnnnnasanyilduds ansueniouen uazirauveIgmanfteunnliusnvasudasdiunal
§138Na M1ANT-M1AN3  ugadlua1319f 110 uazanwmensugnvasssiiduosdilsznavun TLC 289119 3

fractions LLam@“f\‘lEﬂﬁ 205

@13199 110. USuoe anBaeMeuan wazsaupesIgnianaawilsuen fraction M1AN1-M1AN3

Fraction 5’gmmﬂﬁ'awﬁ' YWwin (9) ANBWHLEIIENA
M1AN1 | 100% MeOH 178 mL 0.2218 va9udodtinana
M1AN1c 0.0092 | aswiihena

M1AN2 | 100% MeOH 38 mL 0.0350 va9udotinana

M1AN3 | 100% MeOH 434 mL 0.0746 Wasniladinea

A

gﬂﬁ 205. TLC chromatograms Ua4&242a98178NA M1AN1-M1AN3
Solvent system : Butanol : Propanol : Acetic acid : H,O [3:1:1:1]

Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

533 MsugnMaEsaangnaneiInmaasasERamMBaansn 2

5.3.3.1 NMANENIENALNNIWOA (MeOH2)

LINFIWYBITTFIALUNLEAUIWIN 111.66 NTU §285F column chromatography lagliigna
aafiilu silica gel (Grade 7734, 70-230 mesh, 60 g) uazldignAnAdauiienuEGUAIR 100% CH,C,,
3% MeOH : CH,Cl,, 5% MeOH : CH,Cl,, 10% MeOH : CH,Cl,, 15% MeOH : CH,Cl,, 20% MeOH : CH,Cl,,
30% MeOH : CH,Cl,, 50% MeOH : CH,Cl,, 70% MeOH : CH,Cl, 8t19az 4 L,100% MeOH (2 L) waz 50%
H,0 : MeOH (1 L) Wa9ansIusInuassnIanad e lasardoanuuannidasds TLC wuinlddmaassnsana
6 fractions (M2A1-M2A6) @93U71 206

MeOH2 fraction
111.66 g

Column Chromatography

MeOH : CH,Cl,

A4 A4 A4 ; A A4 A4

M2A1 M2A2 || M2A3 || M2A3c || M2A4 || M2A5 || M2A6
70.8 mg ||358.1mg|| 2.76 g || 2509 || 21.06 g || 66.11g || 4.43 g

gﬂﬁ 206. NNIULEN&1T MeOH2 extract 628 column chromatography
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shninwdsaniliuds ansmeniouen uazidurasipmaefeuiifilfuonyeudazdiuas
g381a M2A1-M2A6  ugasluanssd 111 uasdnmaznisugnsessiniuasidsznouun TLC 289119 6
fractions LLa:tm%céT'ma%aSasz DPPH uaase931 207

nanfildansiuvasansana M2A3 (M2A3c) siawiin 2.5018 n3u Sanwmdundndany sanso
Agilassaisldiduaaiiadsiny M1E4 3uu compound 9

@131911 1. Y3 anwoznguan uazsiauaasigniainfeniifildien fraction M2A1-M2A6

Fraction 5’gmmﬂi§‘auﬁ Wwiin (9) | anumzar1sana
M2A1 100% CH,Cl, 2.5 L 0.0708 | VAIUTIRIARDY
M2A2 | 100% CH,Cl, 1.5 L — 5% MeOH : CH,Cl, 0.5 L 0.3581 | BaIudvFAaiLue
M2A3 | 5% MeOH : CH,Cl, 3.5 L — 10% MeOH : CH,Cl, 1.0 L 2.7686 | va9udimIauan
M2A3c 25018 | 289udvE11?

M2A4 | 10% MeOH : CH,Cl, 3.0 L — 30% MeOH : CH,Cl, 4.0 L 21.06 ya9ufedinaa
M2A5 | 50% MeOH : CH,Cl, 4.0 L — 100% MeOH 66.11 vasufedrinanadu
M2A6 | 50% H,O : MeOH 44307 | wosudsiihena

Solvent system : Acetone : Hexane [2:3]

1 2 3 3¢ 4 5 1 2 33 45 6
A B Cc D

E F G
31l 207. TLC chromatograms uszqndmanyads: DPPH 1898183 3ana M2A1-M2A6
Detector . A= UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm,
E = DPPH O hr., F = DPPH 8 hr., G = DPPH 24 hr.
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Solvent system : MeOH : CH2CI2 [1:6]

1 2 3 3 4 5 6 1 2 33 45 6 1 2 33 45 6
A B C

A B C
gﬂﬁ 207. (d1a) TLC chromatograms LLa:qWﬁfﬁma%aﬁai: DPPH 2a4&428348178NA M2A1-M2A6
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm,
E =DPPH O hr., F = DPPH 8 hr., G = DPPH 24 hr.

5332 MSHENE1I00NgNENNEINNVBIEINYBIETENA MeOH2-A4

LENEIUTEITTATIA M2AAG 111N 20.00 N3 #2837 column chromatography lawlE3gn1ansii
1T silica gel (Grade 7734, 70-230 mesh, 200 g) LLa:*Loﬁ’a”gmﬂmﬂm‘éz"auﬁmuéwﬁuﬁaﬁ 100% CH,Cl, (2000
mL), 1% MeOH : CH,Cl, (500 mL), 3% MeOH : CH,Cl, (3000 mL), 5% MeOH : CH,Cl, (3000 mL), 7%
MeOH : CH,Cl, (1000 mL), 10% MeOH : CH,Cl, (1000 mL), 15% MeOH : CH,Cl, (3000 mL), 20% MeOH :
CH,Cl, (2000 mL), 30% MeOH : CH,Cl, (1000 mL), 50% MeOH : CH,Cl, (1000 mL), 70% MeOH : CH,Cl,
(4000 mL) uaz 100% MeOH (1000 mL) #a391NTINEIRBIRI8Na (fraction) 7 ldlaarduanuanesday

3% TLC wuinlddiuvasansana 7 fractions (M2B1-M2B7) éﬁgﬂﬁ 208

M2A4 fraction

20.0g
Column Chromatography

MeOH : CH,Cl,

v v v v v v v

M2B1 M2B2 M2B3 M2B4 M2B5 M2B6 M2B7
131.5mg || 521.3mg || 3.18 g 436 g 7.94 g 1199 1.15¢g

3111 208. NMIUBNFITVRIRINVBIFNIANA MeOH2-A4 68l column chromatography
Wminuasaninlduis ansmznisuen uszdauvesIpaaefauniliusnvaiudazdiunad
fIANA M2B1-M2B7  uaadluansnsh 112 uazanwmensuenvasasiiduasddsznauun TLC w89nd 7

fractions LLamﬁagﬂﬁ 209
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@137197 112, USume anwaenouan wazsausesigaanawilsuen fraction M2B1-M2B7

Fraction 5’gmmﬂ§'awﬁ' Wwin (9) | anumzaIsana
M2B1 100% CH,Cl, 2.0 L — 1% MeOH : CH,Cl, 0.5 L 0.1315 | waudvmainLue
M2B2 | 3% MeOH : CH,Cl, 1.8 L 05213 | vaudsdasituen
M2B3 | 3% MeOH : CH,Cl, 1.2 L — 5% MeOH : CH,Cl, 0.8 L 3.1832 | mandiamden
M2B4 | 5% MeOH : CH,Cl, 0.7 L 43569 | srwiladiiana
M2B5 | 5% MeOH : CH,Cl, 1.5 L — 15% MeOH : CH,Cl, 2.2 L 7.94 saniiaiinea
M2B6 | 15% MeOH : CH,Cl, 0.8 L — 20% MeOH : CH,Cl, 1.8 L 11909 | wosudsdvinanaida
M2B7 | 20% MeOH : CH,Cl, 0.2 L — 100% MeOH 11562 | vasudedvinenaidy

6 2 3 45 67 1 23 45 6 7
A B Cc

gﬂﬁ 209. TLC chromatograms YDIRINVDIENIRNA M2B1-M2B7
Solvent system : MeOH : EtOAc [1.5 : 8.5] + 1% Formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

5333 MsugnaIangnaneiinnuesdiuassnsana MeOH2-B3 uaz B4 (M2B3+M2B4)

LENEINBEIENTARA M2B3  1aWin 3.18 n3M uay M2B4 1wiin 436 03w @285%  column
chromatography I@ml“ﬁfﬂﬂ’]ﬂﬂdﬁlﬂu silica gel gel (pore size 60 A, 40-63 um (230-400 mesh), 300 g) W&z
”Lvﬁ*;”gmﬂmﬂm‘é"auﬁmuﬁwﬁuﬁaﬁ 100% CH,Cl, (500 mL), 1% MeOH : CH2CI2 (500 mL), 3% MeOH :
CH,Cl, (2 L), 5% MeOH : CH,Cl, (2 L), 7% MeOH : CH,Cl, (1 L), 10% MeOH : CH,Cl,, 15% MeOH : CH,Cl,,
20% MeOH : CH,Cl,, 25% MeOH : CH,Cl, 8819az 500 mL, 30% MeOH : CH,Cl,, 40% MeOH : CH,Cl,, 50%
MeOH : CH,Cl,, 70% MeOH : CH,Cl, 4&% 100% MeOH a8ndaz 1 L #aIaNIINsInaassIanad alagande
ANULANA1IAI83T TLC wuinlddiuvasansana 8 fractions (M2C1-M2C8) ﬁogﬂﬁ 210

M2B3+M2B4 fractions

7.54 g
Column chromatography
MeOH:CH,ClI,
M2C1 M2C2 M2C2c M2C3 M2C4 M2C4c M2C5 M2C6 M2C7 M2C8

402mg| |31.5mg || 856 mg|[111.0mg||678.8mg|| 1.04 g [|277.2mg| |310.5mg| [248.5mg| | 39.3 mg

Eﬂ‘ﬁ 210. NILUNANIVDIEIUVDIRNIAENG MeOH2-B3 Uaz B4 @28 column chromatography

iinudsnrilduds Snsmenouan uasidusesipmanteuniifliusnuaudazdiuves
f13afa M2C1-M2C8  uaasluasefi 113 uasAnsmenuonvesnsfiiussdlsznonun TLC 189 8
fractions LLa:tm%;@Tma%Ja'éai: DPPH LLamﬁagﬂ‘ﬁ' 211
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a

NANT [N FIUVBIRNTRNA M2C2 (M2C2c) 1i1vA%in 0.0856 N3N Aanwmzidundandr1n aansn
ﬁgaﬂmméﬁﬂ@ﬁﬂumﬂﬁmamﬁ"u M1E4 3915% compound 9

NANT IAINFIUVBIRNIRNA M2C4 (M2C4c) ¥nidin 1.0417 n3n Aansasidundnden swnsn

Agailassasslaiduasrfiadsany MIN3 3aidlu compound 6

A13191 113. Y3 ansmenizuen wazdiauzasignianteuiifldien fraction M2C1-M2C8

Fraction '3'gmmﬂ§a%ﬁ Wwiin (9) ANBWLI1IENA
M2C1 | 100% CH,Cl, 0.5 L — 5% MeOH : CH,Cl, 0.5 L 0.0402 ssnilaiiea
M2C2 | 5% MeOH : CH,Cl, 1.8 L 0.0315 sswiladiiaady
M2C2c 0.0856 ALNaUFV
M2C3 | 5% MeOH : CH,Cl, 0.3 L — 7% MeOH : CH,Cl, 0.3 L 0.1110 MInia M

M2C4 | 7% MeOH : CH,Cl, 0.65 L — 10% MeOH : CH,Cl, 0.5 L 0.6788 sanbariaay

M2C4c 1.0417 wﬁnﬁmngu

M2C5 | 15% MeOH : CH,Cl, 0.5 L — 25% MeOH : CH,Cl, 0.5 L 0.2772 WasnhaRianady

M2C6 | 30% MeOH : CH,Cl, 1 L 1.1909 I niaFinana
M2C7 | 40% MeOH : CH,Cl, 1 L — 70% MeOH : CH,Cl, 1 L 0.2485 PadudIFiaad
M2C8 | 100% MeOH : CH,Cl, 0.1 L 0.0393 2 FIaad
12234 456 78 12234 456 78

A B c D

122c34 4¢5 6 78
E F G H

31]“7; 211. TLC chromatograms LLa:ﬂ“n%E@Tma%aﬁmz DPPH 283§42838137810 M2C1-M2C8
Solvent system : MeOH : EtOAc [1.5 : 8.5] + 1% Formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm,
E = white light, F = DPPH 0 hr., G = DPPH 8 hr., H = DPPH 24 hr.
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53.3.4 NIUENE1I00NNENTINNVasEIRVBIFITENA MeOH2-B5

LNFIUVBIENTETA M2B5 11wiin 7.94 n3W ¢285% column chromatography I@ﬂl*’ﬁi’gmﬂmﬁ
\fJu silica gel (Grade 7734, 70-230 mesh, 150 g) Lm:lﬁgmﬂmﬂmﬁ'auﬁmuﬁwﬁuﬁoﬁ 100% CH,CI, (0.5
L), 3% MeOH : CH,Cl, (2.0 L), 5% MeOH : CH,Cl, (2.0 L), 7% MeOH : CH,Cl, (4.5 L), 10% MeOH : CH,Cl,
(2.5 L), 15% MeOH : CH,Cl, (1.0 L), 20% MeOH : CH,Cl, (0.5 L), 30% MeOH : CH,Cl, (0.5 L), 50% MeOH :
CH,Cl, (0.5 L), 70% MeOH : CH,Cl, (0.5 L) uaz 100% MeOH (2.0 L) wasannmagimsassnianain lalas
NALANULANAIAIBAT TLC wuinld&Iuvasansana 6 fractions (M2D1-M2D7) é’agﬂﬁ 212

M2B5 fractions
7.94 ¢

Column chromatography

MeOH : CH,Cl,

S R SR SN A

M2D1 M2D2 M2D3 M2D4 M2D5 M2D6
38.0mg | |[92.4 mg | [140.4mg 154 g 401g 855.1mg

Eﬂﬁ 212. NMILLNAIIVAIRIUVAIFITRNA MeOH2-B5 628 column chromatography

Wminuasaninlduis snsmzniouen uszsauvasIpaaefanniliusnvasudazdiusad
§138Na M2D1-M2D7  ugadluans9n 114 uazanwmensusnvadasniduwesdlsznouun TLC 289119 6

fractions LEAIAIFUN 213

@137197 114, USuoe ansaemeuan wazsaupesIgaanaawiilltuen fraction M2D1-M2D7

Fraction 5'Qmmﬂ§"awﬁ' Wwiin (9) ANBUEEITENA
M2D1 100% CH,Cl, 500 mL — 7% MeOH : CH,Cl, 800 mL 0.0380 | sswilafinenada
M2D2 | 7% MeOH : CH,Cl, 1.8 L 0.0924 | sswiladinanatdy
M2D3 | 7% MeOH : CH,Cl, 1.6 L 0.1404 | sswiladinanatdy

T
=

M2D4 7% MeOH : CH,CI, 300 mL — 10% MeOH : CH,Cl, 2.5 L 1.5420 INRAFIINN

T

M2D5 | 15% MeOH : CH,Cl, 1 L — 30% MeOH : CH,CI, 400 mL 40143 | srandarianay

M2D6 | 30% MeOH : CH,Cl, 100 mL — 100% MeOH 0.8551 sanbariaay

A

gﬂ“?i 213. TLC chromatograms YAIFIUVBIENINNA M2D1-M2D7
Solvent system: MeOH : EtOAc [1.5 : 8.5] + 1% Formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm
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J 1 Q
5.3.3.5 nsuand1Iaangn 5N19BINNVBIRINVDIFNTENA MeOH2-D4

UWINEIUVBIENIRNA M2D4 1hmun 1.5420 N30 62935 column chromatography lagligmaasiin

C-18 (45 g) LLa:‘LﬁQmﬂmmﬂéauﬁLﬂu 50% Methanol : H,0 (400 mL) L&z 100% MeOH (100 mL) #a431N3I

MusasmIEnaf lelasadaanuuandiaisds TLC lasuvasansana 6 fractions (M2E1-M2E6) a3 214

M2D4 fractions
154 g
Column chromatography
H,O : MeOH
s B | T
M2E1 M2E2 M2E3 M2E3c M2E4 M2E4c M2E5 M2E5¢ M2EG
987.0mg| [352.8mg| [173.9mg| [ 51.6 mg | |57.8 mg|| 15.1 mg || 106.6mg|| 2.1 mg 46.0 mg

31lﬁ 214, MIULNEIIVAIRIUVAIFITRNA MeOH2-D4 @28l column chromatography

Wmnnuasaninlduis ansmzniouan uszaauvadIpaaefanniliusnvasudazaiusad

RITANA M2E1-M2E6  WRAIIUWAIT9N 115  wazanmaenshontadansiiduasndsznavun TLC waInd 6

fractions LLET@]\‘I@TGE‘]Jﬁ 215

aznaunuenldnaInvedanIana M2E3 (M2E3c) Sanwoctdunifinies snin 51.6 Jadansu

kT compound 11

@15197 115, USaok anwmznouan uazsauvesigaaafewnlgsuen fraction M2E1-M2E6

Fraction 5’gmmﬂ§awﬁ' Wwin (9) ANBULHIIENA
M2E1 50% MeOH : H,0 136 mL 0.9870 ssnilasihaady
M2E2 | 50% MeOH : H,0 24 mL 0.3528 saniladinanad
M2E3 | 50% MeOH : H,0 24 mL 0.1739 maniladinanady
M2E3c 0.0516 NIFLWRDY
M2E4 | 50% MeOH : H,0 24 mL 0.0578 swiladinaady
M2E4c 0.0151 NIFLWRDY
M2E5 | 50% MeOH : H,0 45 mL 0.1066 mywiladiiaason
M2E5c 0.0021 ATILRLARDY
M2E6 | 50% MeOH : H,0 47 mL — 100% MeOH 0.0460 sandiadtinmasan
1 2 3 3c44c55c6 1 2 3 3c44c55c6

A B c D

Eﬂﬁ 215. TLC chromatograms YDIFIUVDIENIRNA M2E1-M2E6

Solvent system : MeOH : EtOAc [1.5 : 8.5] + 1% Formic acid
:A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm

Detector
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5.3.3.6 NIULUNFITDONYNENTINNVBIFEIRVDIETENA MeOH2-D5

LNFIUVBIENTETA M2D5 1iwiin 4.0143 n$U §285% column chromatography I@Ul“ﬁi’gmﬂmﬁ
\flu C-18 (45g) uazlEignaniatndaufiiilu 50% Methanol : H,0 (200 mL), 70% Methanol : H,0 (100 mL)
8z 100% MeOH (200 mL) WRINNIINFIUVIEIRNAT Le lanardaananandsdads TLC wuildam

YAIFIRNA 5 fractions (M2F1-M2F5) @T@gﬂﬁ' 216

M2D5 fractions

401¢g
Column chromatography

H,O : MeOH
A 4 A 4 A l A 4 A 4
M2F1 M2F2 M2F3 M2F3c M2F4 M2F5

1.3577g | | 826.1mg | | 726.0mg 85.5mg | [151.6mg| |279.8mg

gllﬁ 216. NMIULNEIIVAIRIUVAIFITRNA MeOH2-D4 @78l column chromatography

iwinudsnrilduds sSnemenouan uasidusesipmanteuiinliusnuaudazdiuves
a13EnA M2F1-M2F5  ugaslua1snafl 116 wazdnsmznsuonvasansiiiuasdusznounu TLC 28919 5
fractions LLamGTagﬂﬁ 217

aznoufiugnldnginvesasana M2F3 (M2F3c) danwoeidunsdinios shwiin 85.5 faansu
Tk compound 12

@19197 116, US04 aNwmzNIuan uazd1auvasignanaauwiflgdien fraction M2F1-M2F5

Fraction '3'gmmﬂ§aw?1' Wwin (9) ANBULEIIENA
M2F 1 50% MeOH : H,0 100 mL 1.3577 ssnilesihaady
M2F2 | 50% MeOH : H,0 10 mL 0.8261 snilesihaady
M2F3 | 50% MeOH : H,0 40 mL 0.7260 Pasudsdinaasinea
M2F3c 0.0855 NIFLNRBY
M2F4 | 50% MeOH : H,0 50 mL 0.1516 Pa9udsdinaasinea
M2F5 | 70% MeOH : H,0 100 mL — 100% MeOH 200 mL 0.2798 va9udsiihea

1 2 3 3¢c4 5 1 2 3 3¢4 5
A B Cc D

3111 217. TLC chromatograms U838 14838N3&NA M2F1-M2F5
Solvent system : MeOH : EtOAc [1.5 : 8.5] + 1% Formic acid
Detector :A=UV 254 nm, B = UV 366 nm, C = 30% H,SO,, D = 30% H,SO,/ UV 366 nm
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o & 'Y v a £ a % o i
@’Ix‘i%%ﬂ’]iﬁﬂ@LLUﬂﬁ’ﬁ‘ﬂ’]ﬂlUﬁNL%@vl.@ﬁ’ﬁ‘u‘iq‘ﬂﬁ 6 TUa QOLLKQOLLN%NGﬂ’]SLLUﬂEﬂﬁ 218-220

lagssanatuiafinezdiaa awrsnusnlazslunga terpenoid

1 5l Ao stigma-5-en-3-0-3-

glucoside (5) LLa:msaﬁ'@]%'ummuaamminLmnvl,ﬁmﬂuna;m polyphenol an 5 Tia Ao methyl

gallate (9), gallic acid (6), apigenin-S-C-B-D-glucopyranoside (vitexin) (10), luteolin 8-C-P-D-

glucopyranoside (orientin) (11) WA luteolin 6-C-B-D-g|ucopyranoside (isoorientin) (12)

EtOAc extract

20.96 g

Quick Column Chromatography

Acetone:Hexane, MeOH: Acetone

v v v v v v
EA1 EA2 EA3 EA4 EA5 EA6
40.9 mg 2.09¢g 2.65¢g 3.38g 8.74 g 164 g

Column chromatography

Acetone:Hexane, Acetone:MeOH

!

!

|

A

v

v

25.1 mg 41 mg ||148.3mg

285.3mg 3.06 g

1.67 g []281.3mg||505.1mg

EB1 EB2 EB3 EB4 EB5 EB6 EB7
6.1mg || 43 m 12.0 mg |[ 34.3 mg || 142.1mg || 483.9m 6.64
|
Column chromatography| MeOH:CH,Cl,
\ 4 \ 4 \ 4 \ 4 A A \ 4 4
EC1 EC2 EC3 EC4 EC5 EC6 EC7 EC8

Column chromatography| MeOH:CH,CI,
A 4 \ 4 \ 4 \ 4 A A
ED1 ED2 ED3 ED4 ED5 ED6
7.5 mg 34.5mg | | 23.0 mg 112 g 21149 448.6mg

Column Chromatography

MeOH : CH,Cl,

v

v

v

v

% vy

EE1 EE2 EE3 EE4 EE5 EE5c EE6 EE7
129 mg |{295mg || 39.1¢g 71.6‘ mg || 653.9mg 45.1img 1.0‘8 g |/882.1mg
Column Chromatography|MeOH : CH,Cl, Stigma-5-en-3-O-

l l l l B-glucoside

EF1 EF2 EF3 EF4 EF5
20.4 mg || 44.7 mg || 159.8mg || 690.7mg || 488.0mg

311 218. WHBRITINTBINTHYNRITIINRITRNARIULEN A0 TLAAVD I LUFNLR®
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MeOH1 extract
66.25 g

Quick Column Chromatography
MeOH : CH,CI,

SN T T T T

M1A1 || M1A2 || M1A3 || M1A4 || M1A5 || M1A6 || M1A7
737 mg || 180mg|| 1459 || 1949 || 7559 || 1443 ¢ || 21.92 g

L]

Column Chromatography

Acetone : Hexane, MeOH : Acetone
\ 4 Y A\ 4 \4 v v } v v v

M1B1 M1B2 M1B3 M1B4 M1B5 M1B6 M1B6c M1B7 M1B8 M1B9
24.5mg |[17.7mg || 149 mg || 33.1g |[784 mg|| 2.04g |[[86.3 mg|[228.3mg|| 295.4 g || 350.3 g

Column chromatography

Acetone:Hexane, MeOH:Acetone

4 v v \ 4 A A
M1E1 M1EZ M1E3 M1E4 M1ES M1E6

6.7 mg 3.8 mg 17.3 mg 142 g 233.1mg| |398.2mg

Methyl gallate

Column Chromatography: MeOH

4 4 v v 4
M1DA1 M1D2 M1D3 M1D4 M1D5

40.2mg || 20.2mg || 3.1 mg 7.6 mg 4.7 mg

Column chromatography MeOH:CH,Cl,

l A A A 4 A 4 A 4 A 4 l

M1CA1 M1C2 M1C3 M1C4 M1C5 M1C6 M1C7 M1C8

8.5 mg 1.9 mg 11.4 mg 5.4 mg 1.3 mg 4.2 mg 6.0 mg 2.2 mg

Column Chromatography

Acetone : Hexane, MeOH : Acetone

'S T T T T T T

M1F1 M1F2 M1F3 M1F4 M1F5 M1F6 M1F7 M1F8 M1F9
56mg [[49.9mg || 27.8 mg || 195 mg || 14.1 mg || 11.0 mg || 10.1 mg || 14.0 mg || 59.2 mg

Column chromatography

MeOH:CH,Cl, ‘

v v v \ 4 A
M1G1 M1G2 M1G3 M1G4 M1G5 M1G6

13.6mg| | 67.8 mg| | 34.8 mg 40.6 mg | | 62.5 mg 120.9mg

31 219, UNURITINTBINIIUENATINENTANARLILLUNIUEAATIN 1 Pa9lurNLda
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M1-A5 fraction

75549
Column Chromatography | MeOH : CH,Cl,

v v v v v v v v v

M1H1 M1H2 M1H3 M1H4 M1H5 M1H6 M1H7 M1H8 M1H9
101 mg || 7.1 mg 70mg |[15.3 mg || 6.8 mg || 14.6 mg || 157.6mg || 695.0mg || 5.59 g

| r
Column Chromatography | MeOH : CH,Cl, \—

v v v v v v

M1I1 M112 M113 M114 M115 M116 M117
2.90mg || 37.7mg || 0.10 mg || 8.20 mg |[ 6.60 mg || 22.2 mg || 17.8 mg

Column Chromatography | MeOH : CH,Cl,

v v v v v v v v

M1J1 M1J2 M1J3 M1J4 M1J5 M1J6 M1J7 M1J8

6.3 mg 0.1 mg 0.7 mg 4.8 mg 21.8 mg | | 84.4 mg 189.4mg | | 253.1mg
\ \ |

Column Chromatography| Acetone : Hexane, MeOH : Acetone

v v v v

M1K1 M1K2 M1K3 M1K4 M1K5
5.1 mg 6.1 mg || 33.3 mg||133.3mg || 66.0 mg

Column Chromatography|MeOH : CH,Cl,

v v v  A— v
M1L1 M1L2 M1L3 M1L4 M1L5 M1L5c M1L6
112.0mg | | 20.9 mg 51.1 mg 225.5mg 120 g 26.0 mg 27749
Column Chromatography Column Chromatography MeOH
Acetone : Hexane, Acetone : MeOH
M1M1 MIMT2 || MIMT3 || M1M4 M1M5 M1S1 M1S2 M1S3 M1S4 M185
4.1 mg 12.5‘ mg || 32.2 mg || 6.1 ‘mg 141.8mg 0.6 mg 2.9 mg 1.9 mg 1.0mg |[16.8 mg
Vitexin
Column Chromatography| MeOH Column Chromatography
v v y v Acetone : Hexane, Acetone : MeOH
M1N1 M1N2 M1N3 M1N4 v v v v v v
91mg || 44 mg || 24.9mg | 2.5 mg M101 M102 M103 M104 M105 M106
Gallic acid 18.5 mg || 134.9mg || 121.3mg || 275.0mg || 203.0mg || 336.3mg
I 1
Column Chromatography| MeOH Column Chromatography| MeOH

v v v v v v v v v v

M1P1 M1P2 M1P3 M1P4 M1P5 M1Q1 M1Q2 M1Q3 M1Q4 MQ5

78.0mg || 91.7mg||20.1mg|| 5.0mg || 0.7 mg | [ 63.5 mg [|289.5mg || 38.0 mg || 33.4 mg || 11.4 mg

Column Chromatography MeOH

v v v y
MIR1 || MIR2 || MIR3 || MIR4 || MIRS

122mg || 17.1 mg || 0.7 mg 24 mg || 11.0mg

@
[

317 219. (dB) WNUKITINVBINMILLNENIINENIANARLLINNUEIATIN 1 BaluaNE.
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M1L6
2779

Column Chromatography | Acetone : Hexane, Acetone : MeOH

v v v v

v v

M1T1 M1T2 M1T3 M1T4

M1TS M1T6
121 mg |[ 12.6 mg || 25.0 mg || 137.8mg || 429.9mg || 1.48 g

Column Chromatography MeOH

\—\;

v

v

v v v v

v

M1UA1 M1U2 M1U3 M1U4 M1US M1U6 M1U7
85mg [[376mg|[214mg || 56 mg |[23.2mg || 8.6 mg 8.6 mg
Column Chromatography |MeOH
v v v v
M1V1 M1V2 M1V3 M1V4 M1V5
36.0 mg [|281.8mg || 28.5 mg || 10.8 mg [| 5.2 mg
\ |
Column Chromatograghy MeOH Column chromatography | H,O : MeOH
v v \ 4 \ 4 v \ 4 \ 4 \ 4
M1W1 M1W2 M1Z1 M1z2 M1Z3 M1zZ4 M1Z5 M1Z6
31.3 mg 5649 488.4mg| [ 153.0mg| | 91.5 mg 45.2 mg | | 58.0 mg 59.5 mg
Column Chromatography H,0 : MeOH
M1X1 M1X2 M1X3 M1X4
4.4 mg 26.2 mg 3.8 mg 10.2 mg
Column Chromatography MeOH
M1Y1 M1Y2
6.3 mg 124 g

317 219, (dB) WNURITINVBINMILLNNTINENTRNARLILINNUEIATIN 1 283luaNEa
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M1-A6 fraction
14.43 g

Column Chromatography | MeOH : CH,CI,

Y v v

v

M1AA1

9.6 mg

M1AA2 (| M1AA3
6.9 mg |[10.0mg

M1AA4 || M1AAS || M1AAG || M1AA7 || M1AAS8
25 mg || 14.3 mg || 52.9 mg || 314.5mg || 460.5mg

M1AA9
8.14 ¢

Column chromatography | MeOH:CH,Cl,

v

v

v

v ! ! \

y

M1AC1 M1AC2 M1AC3 M1AC4 M1AC5 M1ACG6 M1AC7 M1ACS8
2.7 mg 0.7 mg 0.4 mg 0.5 mg 3.6 mg 22.7 mg 192.9mg | | 330.0mg
\
Column chromatography MeOH:CH,Cl,
v v v v v v
M1AB1 M1AB2 M1AB3 M1AB4 M1AB5 M1AB6
3.8 mg 1.9 mg 1.5 mg 2.5 mg 14.6 mg 29.3 mg
Column Chromatography | MeOH
y \ 4 A A \ 4 \ 4 \ 4 \ 4 \ 4 A
M1AD1 (| M1AD2 || M1AD3 || M1AD4 || M1AD5 || M1AD6 || M1AD7 || M1ADS || M1ADS || M1AD10
0.7 mg 04 mg |[14.2 mg 169 1.8 mg 09g 1.2 mg 8.8 mg 09g¢g 049
Column Chromatography MeOH

v v : v v
M1AE1 M1AE2 || M1AE3 || M1AE4 || M1AES
0.9 mg 0.7 mg 5.3 mg 1.4 mg 1.5 mg Column Chromatography MeOH : CH,Cl,

M1AF1 || M1AF2 || M1AF3 || M1AF4 (| M1AF5 M1AF6 || M1AF7
8.8 m 82m 0.7m 0.6 m 6.6m 58.7m 39.5m
[
Column Chromatography| MeOH
v v v v v v v v
M1AG1 || M1AG2 || M1AG3 || M1AG4 || M1AGS || M1AG6 || M1AGT7 || M1AGS || M1AGY
1.8 m 27 m 9.5 m 18.5 m 9.9 m 174 m 40m 24 m 11 m
Column Chromatography ‘ MeOH : CH,Cl,
\ 4 y y \ 4 \ 4 y
M1AH1 M1AH2 M1AH3 M1AH4 M1AHS5 M1AH6
33.5mg || 745 mg| |479.5mg 4.06 g 144 g 592.6mg

317 219, (fB) WNURITINVBINMIULLNENTIINENIRNANLILINNIKEATIN 1 BaIlUFUIFS
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M1-A7 fractions

21.59 g

Column chromatography

MeOH:CH,Cl,

A 4 A 4 \ 4 \ 4 \ 4 \ 4 \ 4 \ 4
M1AI1 M1AI2 M1AI3 M1Al4 M1AI5 M1AI6 M1AI7 M1AI8
32.0mg | | 30.4 mg 13549 613.8mg 1.564 g

Column Chromatography

Acetone : Hexane, MeOH : Acetone

v y v
M1AJ1 M1AJ2 M1AJ3
46.3 mg || 16.3 mg || 84.5 mg

Column chromatography

89.1 mg | [165.0mg 2.00g
]

Column Chromatography MeOH

\ 4 v \ 4 \ 4
M1AN1 M1AN1c M1AN2 M1AN3
221.8mg 9.2 mg 35.0mg | | 74.6 mg

MeOH : CH,Cl,, H,0 : MeOH

\ 4 A 4 A 4 \ 4 \ 4 \ 4
M1AK1 M1AK2 M1AK3 M1AK4 M1AKS M1AK6
11.0 mg 3.7 mg 17.5 mg 188.7mg 1379 190.7mg
L
Column Chromatography | MeOH : EtOAc
A4 h 4 A4 A4 v
M1ALA1 M1AL2 M1AL3 || M1AL4 M1ALS
7.0 mg 24 mg 53mg |[31.9mg || 63.4 mg
Column Chromatography | MeOH
\ 4 A 4 v \ 4 v \ 4
M1AM1 M1AM2 | | M1AM2c M1AM3 | [M1AM3c M1AM4
109.0mg | [323.3mg| |103.0mg| |254.4mg| | 51.5 mg 32.0 mg

317 219, (f8) WNURITINVBINIULLNENTINENIRNANLILINNIKEATIN 1 BaIlUFUIFS
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111.66

MeOH2 fraction

9

Column Chromatography

MeOH : CH,Cl,
A A4 A4 v A4 \ 4 \ 4
M2A1 M2A2 M2A3 M2A3c M2A4 M2A5 M2A6
70.8 mg || 358.1mg || 2.76 g 250 ¢ 21.06g || 66.11 g 443 g
Methyl gallate
Column Chromatography | MeOH : CH,Cl,
M2B1 M2B2 M2B3 M2B4 M2B5 M2B6 M2B7
131.5mg|[[521.3mg|| 3.18 g 4.36 g 7.94 g 1.19¢ 1.15¢g

Column chromatography

L]

MeOH:CH,Cl,

| I

|

!

!

!

M2C1 M2C2 M2C2c M2C3 M2C4 M2C4c M2C5 M2C6 M2C7 M2C8
402mg | [31.5mg | [85.6 mg||111.0mg| [678.8mg 1.04 g [[|277.2mg| [310.5mg| [248.5mg| | 39.3 mg
Methyl gallate Gallic acid

Column chromatography‘ MeOH : CH,Cl,

v

!

!

!

|

M2D1 M2D2 M2D3 M2D4 M2D5 M2D6
38.0mg | [92.4 mg | | 140.4mg 1.54 g 4.01g 8.83 g
Column chromatography H,O : MeOH
e T —
M2E1 M2E2 M2E3 MZ2E3c M2E4 M2E4c M2E5 M2E5c M2E6
987.0mg | | 352.8mg | [173.9mg | | 51.6mg 57.8 mg 15.1 mg | |106.6mg 2.1mg 46.0 mg

Orientin

Column chromatography H,O : MeOH

!

|

v

!

!

3111 220. UHURITINTBINIUINRITINENTANARLLLANIUEAATIN 2 PasluruLda

M2F1 M2F2 M2F3 M2F3c M2F4 M2F5
1.3577g | [826.1mg| | 726.0mg 85.5mg | [151.6mg| [279.8mg
Isoorientin
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5.4 msfgavtenansainaadizesansudgnanuanle
543 2asudiirniuenldandinuasmiana EtOAc-E5c sunsnfigailasaaiiolaidu stigma-5-en-3-
O-3-glucoside LruAEnY EtOAC-NIC (compound 5) ﬁLLﬂﬂvl,@Tmﬂﬂamaﬁ@"qu @‘ﬁgﬂﬁ 106 lasdSouifisy
Toya "H-NMR uaz "C-NMR (b pyridine-ds) nudaya NMR fLeaReaunuda (Faizi, 2007) 69913797 59
544 ueRvfinenldngInuesssana MeOH1-E4, MeOH2-A3c sz MeOH2-C2¢ swnsafiganl
lawsainaldidu methyl gallate a3 #i 221 lanuSpufisudaya "H-NMR 4az "C-NMR (14 DMSO-dg) 1iu

Foya NMR Mlaulinngauaud (Said, 2009) 990137197 117

Os_ _OCH;

OH
319 221. 1A398379 methyl gallate

Physical characteristics: white needles from MeOH/CH,CIl,, m.p. 200-203 °'C
UV AMOM nm (log &): 274.80(4.19), 227.80(4.28)
ma;

X

FTIR VX' em™: 3410, 3297, 1678, 1613, 1550, 1465,1338, 1310, 1263, 1206, 1036, 1003.

EIMS m/z (% relative intensity): 184 [M]+(63), 153 (100), 125 (23)
HR-ESI-MS: m/z found: 207.0277 [M+Na]+ calcd. For CgHgOsNa m/z 207.0269

@13199 117. 'H-NMR uaz C-NMR spectroscopic data of compound 9 W&z methyl gallate (Said, 2009)

MeOH1-E4C Methyl gallate
Positions
O O, (mult., J (Hz)) O O, (mult., J (Hz))

1 119.4 119.8 -
2,6 108.5 6.93 (2H, s) 109.0 6.94 (2H, s)

3,5 1456 146.0 -

4 138.4 138.9 -

1-CO 166.4 166.8 -
-OCH, 51.6 3.73 (3H, s) 52.0 3.73 (3H, s)

3-, 5-OH - 9.29 (2H, brs) - -

4-OH - 8.97 (1H, brs) - -

‘Both "C-NMR (125 MHz) and 'H-NMR (500 MHz) were recorded in DMSO-d;.
“Both "C-NMR (75 MHz) and 'H-NMR (300 MHz) were recorded in DMSO-dj.

545 wedvfuenldangIntesssana MeOH1-N3c s MeOH2-Cac sunnfigadlasaaiildidu
gallic acid LTWLALINY MeOH-S3c (compound 6) ﬁLLUﬂ"LéTmnﬂamaﬁwgu é’dgﬂﬁ 107 lasifSouifivudaya
"H-NMR uaz °C-NMR (l1 DMSO-d;) fudiaya NMR Alagiisnsnusnud (Said, 2009) d3913197 60

546 wHiFwAssfusnldandImasssaia MeOH1-85 mansafigailassainaldiin apigenin-8-C-P-
D-glucopyranoside (vitexin) f93ufl 222 TagiFuuifisudays H-NMR uaz “C-NMR (lu DMSO-d) fiudaya

NMR fllagfiamnuanuda (Rayyan, 2005) @3013197 118
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OH O
317 222. TAsIa39 vitexin

Physical characteristics: yellow powder from MeOH

UV AMOH nm (log &): 333.5 (3.10), 270.0 (3.12), 214.5 (3.38)
max

KBr
max

FTIR V cm 3373, 3214, 2910, 2871, 1650, 1614, 1567, 1506, 1421, 1385, 1361, 1297, 1266, 1251,

1223, 1178, 1107, 1091, 1057, 1039, 1014, 986, 970
[ 55 :-11.5 0(c 0.5, pyridine) [(Harborne, 1975) [Al] -14.0° (pyridine)]
EIMS m/z (% relative intensity): 324 (18), 312 (17), 294 (17), 283 (100), 270 (15), 165 (23)
HR-ESI-MS: m/z found: 455.0848 [M+Na]+ calcd. For Cy,H,,04,Na m/z 455.0954

@13199 118. 'H-NMR uaz C-NMR spectroscopic data of compound 10 LLae vitexin (Rayyan, 2005)

MeOH1-S5 Vitexin
Positions
O O, (mult., J (Hz)) O O, (mult., J (Hz))
2 164.05 - 164.02 -
3 102.51 6.77 (1H, s) 102.52 6.77 (1H, s)
4 182.16 - 182.18 -
5 160.46 - 160.46 -
6 98.21 6.27 (1H, s) 98.20 6.26 (1H, s)
7 162.63 - 162.63 -
8 104.66 - 104.68 -
9 156.07 - 156.06 -
10 104.11 - 104.12 -
1’ 121.68 - 121.68 .
2' 6 129.02 8.01 (2H, d, J = 8.8 Hz) 129.05 8.01 (2H, d, J = 8.6 Hz)
3’5 115.91 6.88 (2H, d, J = 8.8 Hz) 115.87 6.88 (2H, d, J = 8.6 Hz)
4' 161.19 - 161.22 -
1" 73.44 4.67 (1H, d, J = 9.9 Hz) 73.45 4.67 (1H, d, J = 9.8 Hz)
2" 70.93 3.82 (1H, d, J = 9.3 Hz) 70.89 3.82 (1H, t, J = 9.6 Hz)
3" 78.72 3.25 (1H, m) 78.70 3.24 (1H, m)
4" 70.64 3.36 (1H, m) 70.25 3.37 (1H, 1, J = 9.4 Hz)
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MeOH1-S5

Vitexin**

Positions

O O, (mult., J (Hz)) O O, (mult., J (Hz))
5" 81.86 3.23 (1H, m) 81.74 3.21 (1H, m)
6" 61.38  3.82(1H,dd, J = 3.8, 11.0 Hz) 61.27 3.75 (1H, dd, J = 1.4, 11.6 Hz)
3.53 (1H, m) 3.51 (1H, dd, J = 6.7, 11.6 Hz)
5-OH 13.16 (1H, s)

‘Both "C-NMR (125 MHz) and 'H-NMR (500 MHz) were recorded in DMSO-d;.
“Both "C-NMR (125 MHz) and 'H-NMR (500 MHz) were recorded in DMSO-dj.

545 pdmndasnuenlaanndiuuasansana MeOH2-ME3c ﬁ’]&l’]iﬂﬁgﬂﬂﬂidﬁ%’lﬂﬁlﬂ% Luteolin 6-C-

[3-D-glucopyranoside (orientin) é’agﬂﬁ 223 lanfSouifisudays 'H-NMR uaz "C-NMR (14 DMSO-dg) fiu

Taya NMR asfinonuaua (Zhou, 2005) asanaf 119

Physical characteristics: yellow

OH O
31l 223. Tassa$y orientin

powder from MeOH

UV AMEOH nm (log &): 348.5 (3.28), 294.0 (2.99), 269.0 (3.24), 256.50 (3.24), 210.0 (3.58)
max

KBr
max

FTIR V
1105, 1045, 1006
[0 : - 50.6 (c 0.1, methanol)

EIMS m/z (% relative intensity): 450 [M+2H]+(2.69), 394 (11), 299 (100), 283 (19), 270 (18), 165 (21)
HR-ESI-MS: m/z found: 471.0867 [M+Na]+ calcd. For C,4H,,04,Na m/z 471.0903

A13191 119. "H-NMR uaz "C-NMR spectroscopic data of compound 11 LLa¢ orientin (Zhou, 2005)

MeOH2-E3¢c

orientin

Positions
O O, (mult., J (Hz)) O O, (mult., J (Hz))
2 164.28 - 164.16 -
3 102.61 6.64 (1H, s) 102.41 6.65 (1H, s)
4 182.23 - 182.03 -
5 160.58 - 160.47 -
6 98.30 6.26 (1H,s) 98.31 6.25 (1H,s)
7 162.74 - 162.80 -

em’™: 3515, 3380, 2896, 1653, 1609, 1578,1551, 15613, 1425, 1370, 1323, 1290, 1249, 1117,
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MeOH2-E3¢

orientin

Positions

O O, (mult., J (Hz)) O O, (mult., J (Hz))
8 104.72 - 104.65 -
9 156.20 - 156.01 -
10 104.23 - 103.99 -
1’ 122.22 - 121.97 -
2' 114.25 7.47 (1H, d, J = 1.9 Hz) 114.07 7.44 (1H, d, J = 2.1 Hz)
3 145.97 - 145.95 -
4' 149.77 - 149.90 -
5' 115.84 6.86 (1H, d, J = 8.3 Hz) 115.78 6.90 (1H, d, J = 8.2 Hz)
6 11958  7.53 (1H,dd, J=1.9,83 Hz) 11945  7.50 (1H, dd, J = 2.1, 8.0 Hz)
1" 73.58 4.67 (1H, d, J = 9.9 Hz) 73.50 4.72 (1H, d, J = 9.0 Hz)
2" 70.95 3.82 (1H, t, J = 9.3 Hz) 70.90 N
3" 78.93 2.59 (1H, t, J = 8.5 Hz) 78.88
4" 70.87 2.69 (1H, t, J = 8.9 Hz) 70.83 > D-glucose
5" 82.18 2.59 (1H, m) 82.04
6" 61.81 3.78 (1H, d, J = 11.6 Hz) 61.76 p
3.54 (1H, dd, J = 6.2, 11.6 Hz)
5-OH 13.17 13.15 (1H, s)

‘Both ""C-NMR (100 MHz) and 'H-NMR (400 MHz) were recorded in DMSO-dj.
“Both "C-NMR (125 MHz) and 'H-NMR (500 MHz) were recorded in DMSO-dj.

546 NIFVARINLUNEIINEINVIRITRNA MeOH-MT3C mmmﬁgﬂﬂmmﬁ”ﬂﬂﬁlﬂu Luteolin 8-C-

B-D-glucopyranoside (isoorientin) si31fl 224 Tagu3uuifisudays 'H-NMR uaz “C-NMR (l4 DMSO-dg) i

Taya NMR 7Laslinngauanud? (Rayyan, 2005) 430137199 120

OH
Eﬂﬁ 224. la338$19 isoorientin

Physical characteristics: yellow powder from MeOH

O

uv X?n":"“ nm (log &): 349.0 (2.91), 268.6 (2.93), 258.4 (2.92), 215.4 (3.55)
X

KBr

FTIRV 1« cm’™: 3337, 1652, 1625, 1580, 1493, 1451, 1360, 1305, 1190, 1173, 1159, 1083, 1072

[a] 35 D7 A o(c 1.0, pyridien) [(Harborne, 1975) [OL]5: +31.0 0(pyridien)]

EIMS m/z (% relative intensity): 450 [M+2H]+(2.58), 394 (19), 299 (100), 286 (31), 270 (26), 165 (33)
HR-ESI-MS: m/z found: 471.0892 [M+Na]+ calcd. For C,H,,04,Na m/z 471.0903
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Gn‘s’ld‘vdll 120. 'H-NMR uaz "C-NMR spectroscopic data of compound 12 wLa isoorientin (Rayyan, 2005)

MeOH-AR3C

isoorientin

Positions
O O, (mult., J (Hz)) O O, (mult., J (Hz))
2 163.98 - 163.71 -
3 103.10 6.66 (1H, s) 102.87 6.66 (1H, s)
4 182.19 - 181.93 -
5 160.98 - 160.76 -
6 109.15 - 108.95 -
7 163.62 - 163.35 -
8 93.84 6.47 (1H,s) 93.57 6.47 (1H,s)
9 156.54 - 156.26 -
10 103.69 - 103.46 -
1’ 121.72 - 121.49 -
2' 113.56 7.38 (1H, d, J = 2.2 Hz) 113.38 7.39 (1H, d, J = 2.2 Hz)
3' 146.06 - 145.82 -
4' 150.04 - 149.78 -
5 116.38 6.88 (1H, d, J = 8.3 Hz) 116.12 6.88 (1H, d, J = 8.4 Hz)
6 119.30  7.40 (1H,dd, J =22, 83 Hz) 119.04  7.41 (1H, dd, J = 2.2, 8.4 Hz)
1" 73.35 457 (1H, d, J = 9.8 Hz) 73.12 457 (1H, d, J = 9.7 Hz)
2" 70.50 4.03 (1H, t, J = 9.1 Hz) 70.27 4.03 (1H, t, J = 9.4 Hz)
3" 79.24 3.19 (1H, t, J = 8.5 Hz) 79.02 3.19 (1H, t, J = 8.6 Hz)
4" 70.91 3.11 (1H, t, J = 9.1 Hz) 70.70 3.1 (1H, t, J = 9.2 Hz)
5" 81.85 3.15 (1H, m) 81.65 3.15 (1H, m)
6" 61.80 3.67 (1H, d, J = 11.4 Hz) 61.57 3.68 (1H, dd, J = 1.8, 12.0 Hz)
3.40 (1H, dd, J = 5.6, 11.4 Hz) 3.40 (1H, dd, J = 6.3, 12.0 Hz)
5-OH 13.54 (1H, s) 13.15 (1H, s)

‘Both "°C-NMR (100 MHz) and 'H-NMR (400 MHz) were recorded in DMSO-dj.
“Both "°C-NMR (150 MHz) and 'H-NMR (600 MHz) were recorded in DMSO-dj.
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= £ = a_ £ 1Y
UNn 6 ﬂ’l‘iﬁﬂﬂ’l's']“{lﬁ‘n’l\‘]ﬁ?ﬂ'l‘]ﬂ?.laﬂaﬂ‘iﬂ‘ilﬂﬂﬁﬂllﬂﬂ‘lﬂ

&£ a
6.1 MAnNBIaNEAMaKYABHIE DPPH
£ o a ad . a P o < =
andiuauNaaasz DPPH 19835 microplate =uaamsmqﬂﬁﬂLmnvl,@mmamamqu wazluauida

uaadd1Tu % inhibition NAMULTNTY 100 pg/mL UAZ ICs, AIAIININ 121

{ 1% a ~ £
A13199 121. HANIINARAUATUDUIRIRIT DPPH TANIRIIVIFND

compounds % inhibition IC,, (ng/mL)
(AAMNTNT 100 pg/mL)

Vitamin C - 10.52 + 0.48
Trolox - 12.54 £ 0.89
betulinic acid (1) 15.90 + 0.87 (19.33) inactive
ursolic acid (2) 12.69 £ 1.33 inactive
jacoumaric acid (3) 19.40 £ 2.51 inactive
20l-hydroxyursolic acid (4) 3.61+0.63 inactive
stigma-5-en-3-O-B-qucoside (5) 411 £ 0.81 inactive
gallic acid (6) 95.80 + 0.32 2.46 £ 0.05
myricitrin (7) 95.27 + 0.45 14.40 £ 0.42
quercitrin (8) 93.16 + 0.11 17.19 £ 0.33
methyl gallate (9) 93.46 + 0.34 4.22 + 0.08
vitexin (10) 49.01 £ 0.38 inactive
orientin (11) 93.19 £ 0.05 12.97 £ 0.12
isoorientin (12) 95.59 + 0.52 11.14+ 0.18

= v ¢
6.2 ﬂ']iﬁﬂﬁ'lt]ﬂﬁ@n%m‘lﬂ“}jw acethyltransferase
£ o a i A £ A 9 =
rmﬁmw,auvlsﬁﬁ acethyltransferaseiﬂm% microplate maaa’mmqmﬁ,wnvlmnﬂsa@Lamﬁgu Wae
luauida uaasandn % inhibition NAMNLTUTH 100 pg/mL Uz IC,, AIANTIN 122

{ &£ . a £
A13199 122. WANIINARBUGND anti-AChE Tadﬁ’]i‘u3q‘ﬂﬁ

compounds % inhibition IC,, (ug/mL)

(AR HTH 100 pg/mL)

Galanthmine* - *4.24 + 0.18
**1.73 + 0.12
***0.91 + 0.07

betulinic acid (1) *39.95 + 1.53 inactive
ursolic acid (2) ***9.54 + 0.46 inactive
jacoumaric acid (3) *29.73 £ 3.12 inactive
20l-hydroxyursolic acid (4) **11.18 £ 0.30 inactive
stigma-5-en-3-O-B-qucoside (5) **5.53 + 1.47 inactive
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compounds

% inhibition

(A3 TN 100 pg/mL)

IC,, (ug/mL)

gallic acid (6) **75.52 + 3.54 not determine
myricitrin (7) **10.91 £ 1,69 inactive
quercitrin (8) **10.21+ 1.26 inactive
methyl gallate (9) *21.04 £ 0.88 inactive

vitexin (10) not determine not determine
orientin (11) **30.20 £ 0.73 inactive
isoorientin (12) **19.50 £1.60 inactive

*50% DMSO0-20% Tween20, **50% methanol, ***B-cyclodextrin-SO% methanol
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ABSTRACT

Bioassay-guided fractionation of the methanol extract of Glochidion hypoleucum (Miq.) Boerl leaves led to the
isolation of five polyphenolic compounds, methyl gallate, gallic acid, apigenin-B-C-B-D-glucopyranoside
(vitexin), luteolin 8-C-B-D-g|ucopyranoside (orientin) and luteolin 6-C-B-D-g|ucopyranoside (isoorientin). The
chemical structures of the isolated compounds were identified on the basis of spectroscopic techniques
(NMR, EI-MS, HR-MS, UV-Vis, and IR). The antioxidative properties of the extract and isolated polyphenols
were evaluated using 1,1-diphenyl-2-picrylhydrazyl (DPPH) methods and ferric reducing antioxidant power
(FRAP) assay. The polyphenols could inhibit DPPH radicals with the IC;, values ranging from 2.46 + 0.05 to
12.97 + 0.12 yg/mL and showed ferric reducing ability with the FRAP values ranging from 249.46 to 257.99
mmol FeSO,/100g dried sample.

1. Introduction

Glochidion hypoleucum (Miq.) Boerl is a shrub to tree in the family Euphobiaceae and distributed in
evergreen forest in Myanmar, Thailand, Indochina, South China, and throughout Malesia (Welzen &
Chayamarit, ). The plant is indigenous vegetables of Southern Thailand. It's young shoots and leaves are
consumed raw and cooked similar to the plant in the same genus, Glochidion perakense Hook. f. and
Glochidion wallichianum Mull. Arg. It has been reported that the alcoholic extract of G. perakense and G.
wallichianum leaves exhibited potent antioxidant property and high phenolic content (Alzoreky et al, 2001;
Panpipat et al, 2010; Tangkanakul et al, 2005).

Indigenous vegetables occur naturally in some area and climate. Almost of them are pesticide-free
therefore they are safe to consume. It is necessary to pay much attention to the chemical constituents and
physiological functions especially for antioxidant capacity of the indigenous vegetables in order to add value
of them in prevention of various diseases related to free radicals and oxidative stress such as aging, cancer,
diabetes and cardiovascular diseases. During the antioxidant screening of methanolic extracts of many of
Thai indigenous vegetables found that among those the shoots and leaves of G. hypoleucum exhibited strong
antioxidant activities tested by DPPH and FRAP assays. Consequently, we herein report the antioxidants

isolated from the shoots and leaves of this plant.

2. Materials and methods

2.1 General
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Melting points (m.p., 0C) were measured with Electrothermal 9100. Optical rotations were performed
using JASCO DIP-370 digital polarimeter, 50 mm microcell. IR and UV spectra were performed acquired
using NICOLET 6700 and SHIMADZU UV-2600, respectively. NMR spectra were recorded on Bruker AV 500
and Bruker AVANCE Ill HD 400 with DMSO-d; (Merck) as solvent. ESI-MS and EI-MS data were obtained by
using BrukermicroTOF spectrometer and Thermo Finnigan Polaris Q, respectively. TLC was carried out on
silica gel 60 F254 (Merck, layer thickness 0.2 mm). Column chromatography was done over silica gel 60 63-
200 ym (Merck) and 40-63 um (Silicycle)) and reverse phase silica gel C-18 (40-63 um (Silicycle)). The
antioxidant activities were determined by spectrophotometric assay using Infinite M200 Microplate reader
(Tecan).

2.2 Plant materials

The leaves of G. hypoleucum were collected from Songkhla Province, Thailand. The plant was
identified by Ms. Rumrada Meeboonya, the researcher of Office of the Forest Herbarium, Thailand. The
voucher specimen (BKF number 168401) was deposited in The Forest Herbarium, Department of National
Parks, Wildlife and Plant Conservation, Bangkok, Thailand.

2.3 Analytical reagents and chemicals

2,2-Diphenyl-1-picrylhydrazyl (DPPH), 6-hydroxy-2,5,7,8-tetramethylchroman-2-carboxylic acid
(Trolox®), 2,4,6-tripyridyl-1,3,5-triazine (TPTZ), ferric chloride, and ferrous sulfate were obtained from Sigma-
Aldrich (St. Louise, Mo., U.S.A.). Sodium acetate trihydrate

2.4 Extraction and isolations

The ground dried shoots and leaves of G. hypoleucum (1.26 kg) was successively extracted with
hexane (6Lx10 days), ethyl acetate (6Lx14 days), and methanol (6Lx14 days) using a Soxhlet extractor. The
solvents were removed under reduced pressure to give crude hexane (47.61 g), ethyl acetate (21.60 g) and
methanol (190.72 g) extracts. The crude extracts were evaluated for antioxidant activity by DPPH and FRAP
methods. The bioactive methanol extract (111.66 g) was separated on a flash silica gel CC eluted with a
gradient of 100% CH,CI, to 100% MeOH. The fractions were combined into 6 fractions (A1-A6) based on
their TLC characteristics. Recrystallization of fraction A3 with methanol yielded compound 2 (2.5 g) as white
crystals. Fraction A4 (21.06 g) was further isolated on silica gel CC with CH,Cl,/MeOH gradient as eluent to
give 6 fractions (B1-B6). Fraction B3 (7.54 g) was rechromatographed over silica gel column eluted with
gradient mixture of CH,Cl,/MeOH to yield 8 fractions (C1-C8). Compounds 2 (85.6 mg) and 1 (1.04 g) were
obtained as white crystals by recrystallization of fraction C2 and C4, respectively. Fraction B5 (7.94 g) was
further separated, using silica gel CC eluted with CH,CI,/MeOH gradient, to afford 6 fractions (D1-D6).
Fraction D4 (1.54 g) was isolated by CC over RP silica gel using 50% MeOH in water as mobile phase to
afford 6 fractions (E1-E6). Recrystallization of fraction E3 with methanol led to the isolation of compound 4
(51.6 mg) as a yellow powder. Fraction D5 (4.01 g) was subjected to RP silica gel column eluting with 50%
methanol in water to give 5 fraction (F1-F5). Compound 5 (85.5 mg) was obtained as a yellow powder by
recrystallization of fraction F3.

2.5 Bioassays
The crude extracts of the shoots and leaves of G. hypoleucum and isolated compounds were

evaluated for antioxidant activities using DPPH and FRAP assays.
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DPPH radical scavenging activity was carried out according to (). The test samples were prepared
at least five concentrations in 80% methanol. 100 mL of the sample solutions were added in 96-well
microtiter plates and mixed with 100 mL of 0.2 mg/mL DPPH radical methanolic solution in triplicate. The
reaction mixtures were incubated at room temperature in the dark for 10 min, and the absorbances were
recorded at 517 nm. Trolox_ was used as positive control. The free radical scavenging activity of each
sample solution was calculated as percent inhibition by the equation: % Inhibition = 100 X (Apank = Asample) /
Auanee The result was expressed as the concentration that could inhibit the DPPH radical formation by 50%
(ICs0)

Ferric reducing antioxidant power (FRAP) assay according to (Firuzi et al, 2005) was used for
determining the reducing capacity of extracts and isolates. The sample solutions were prepared at
concentration 2 mg/mL. 25 pL of the solutions were mixed with 175 pL of FRAP reagent made of equal
volumes of 300 mM acetate buffer pH 3.6 (3.1 g sodium acetate and 16 ml glacial acetic acid), 10 mM TPTZ
prepared in 40 mM HCI and 20 mM FeCl;.6H,0 1 vol each. The mixtures were incubated at 37°C for 1 min
and then the absorbances were measured at 593 nm. The reducing capacity was expressed as FRAP values
(mmol FeSO, equivalents per 100 g of sample) which were determined by comparison the absorbance
(Asampie = Aviank = Acontrar) 10 the standard curve of FeSO, solutions at a concentration ranging from 0.01 to 0.50

mM.

3. Results and discussion

The qualitative DPPH assay on TLC of the crude hexane, ethyl acetate and methanol extracts from
shoots and leaves of G. hypoleucum revealed that the methanol extract exhibited strongest activities.
Therefore, the methanol extract was further purified to yield 5 active compounds (1-5) of which the structures
were characterised on the basis of spectroscopic methods as methyl galate (1), gallic acid (2), apigenin-8-C-
B-D—glucopyranoside (vitexin) (3), luteolin 6-C—B-D—g|ucopyranoside (orientin) (4), and luteolin 8—C-B-D-
glucopyranoside (isoorientin) (5).

Compounds 1 and 2 were obtained as white crystals. UV absorption spectra of these compounds
represented the substituted aromatic moiety. The IR spectra showed absorption bands hydroxyl group at
3410 and 3400 cm™ and carbonyl group at 1678 and 1701 cm. In 'H-NMR spectra, singlet signals at 06.93
ppm of 1 and 0 6.91 ppm of 2 are the symmetric aromatic protons at position 2 and 6. Moreover, another
singlet at 3.73 ppm of 1 belongs to proton signal of methoxyl group. 13C—NMR spectra of these compounds
showed typical pattern of carbons in polyphenolic ester and acid, therefore compound 1 and 2 were and
identified to be methyl gallate and gallic acid, respectively. (Said et al, 2009)

UV absorption spectra of compounds 3-5 showed characteristic absorption band of flavones (Ham et al,
1994). IR absorption spectra of the hydroxyl and the conjugated carbonyl groups of these compounds
appeared at 3337-3515 cm_1 and 1652-1653 cm—1, respectively. 1H NMR and 130 NMR spectra of compound
3 showed characteristic signals of apigenin glucoside. In 'H NMR spectrum, A2B2 splitting pattern of two
doublet signals at O 8.01 ppm (H-2', 6') and 6.88 ppm (H-3', 5') with a coupling constant of 8.8 Hz
suggested that there is one substituent at C-4' of flavonoid ring B. Furthermore, two singlets at 0 6.77 and

6.27 ppm were established to be the signals of H-3 in ring C and H-6 in ring A. The doublet at 0 4.67 ppm
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(1H, d, J = 9.9 Hz) is the signal of beta anomeric proton H-1"of D-glucose. The HMBC experiment revealed
that the sugar connect to the flavone moiety at C-8. In addition, the C NMR signal of C-8 is detected at o
104.66 ppm suggested that compound 3 is C-glycoside. Consequently, compound 3 was identified to be

apigenin-8-C-B-D-glucopyranoside (vitexin) of which the spectroscopic data were similar to the previously

reported data (Kim et al, 2005; Rayyan et al, 2005).

The 1H NMR spectrum of compound 4 is different from compound 3 in that the proton signals of ring B
were detected at O 7.47 (1H, d, J = 1.9 Hz, H-2'), 6.86 (1H, d, J = 8.3 Hz, H-5'), and 7.53 (1H, dd, J = 1.9,
8.3 Hz, H-6') which are the typical pattern for 3’ 4" -disubstituted B ring. Moreover, the 13C NMR and 2D NMR
spectrum showed that ring B has two carbon carrying oxygen atom at c-3' (145.97 ppm) and c-4' (149.77
ppm), together with the data from mass spectrometry indicating that the substituents at c-3' and c-4" are
hydroxyl groups. Comparison of the spectroscopic data with the previous report (Zhou et al, 2005),
compound 4 was identified as luteolin 8—C-B-D-g|ucopyranoside (orientin).

Compound 5 was established as an isomer of compound 4, luteolin 6-C-B-D-glucopyranoside
(isoorientin), because the data from HMBC experiment indicated that D-glucose bind to flavonoid ring A at C-
6 of which the carbon signal was detected at 0 109.15 ppm. (Rayyan et al, 2005)

The antioxidant capacities of the isolated compounds 1-5 were shown in table 1.

Table 1. Antioxidant capacities of the extracts and isolated compounds of the shoots and leaves of G.

hypoleucum.
Extract and compounds FRAP value DPPH
(mmol FeSO, /100 g dried sample) IC, (Mg/ml)
Vit C* 225.77 10.52 + 0.48
Trolox* 226.82 12.54 £ 0.89
MeOH extract 62.28 39.97 £ 0.26
Methyl gallate (1) 249.46 4.22 £ 0.08
Gallic acid (2) 257.99 2.46 = 0.05
Vitexin (3) -
Orientin (4) 12.97 £ 0.12
Isoorientin (5) 11.14 £ 0.18

3:R=H 5
4: R=0H

Figure 1. Chemical structure of isolated compounds
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Methyl gallate (1) : Physical characteristics: white needles from MeOH/CH,CI,, m.p. 200-203 ‘C

uv Xm;’” nm (log &): 275 (4.19), 228 (4.28)

gg cm’™: 3410, 3297, 1678, 1613, 1550, 1465, 1338, 1310, 1263, 1206, 1036, 1003.

"H-NMR (DMSO-dg) : 6.93 (2H, s, H-2,6), 3.73 (3H, s, OCHj)

“C-NMR (DMSO-dg) : 119.4 (C-1), 108.5 (C-2,6), 145.6 (C-3,5), 138.4 (C-4), 166.4 (C=0), 51.6 (OCH,)
EIMS m/z (% relative intensity): 184 [M]+(63), 153 (100), 125 (23)

HR-ESI-MS: m/z found: 207.0277 [M+Na]+ calcd. For CgHgOsNa m/z 207.0269

FTIRV

Gallic acid (2) : Physical characteristics: white needles from MeOH/CH,Cl,, m.p. 258.7 °C
UV AMOM nm (log &): 270 (4.08), 228 (4.14)
max

FTIR Vﬁg; cm’™: 3400, 3286, 1701, 1617, 1541, 1450, 1339, 1247, 1026, 866.

"H-NMR (DMSO-dg) : 6.91 (2H, s, H-2,6)

“C-NMR (DMSO-dg) : 120.6 (C-1), 108.9 (C-2,6), 145.6 (C-3,5), 138.2 (C-4), 167.7 (C=0)
EIMS m/z (% relative intensity): 167 [M]+(‘IOO), 149 (97), 125 (27)

HR-ESI-MS: m/z found: 193.0139 [M+Na]+ , calcd. for C;H;O5Na, 193.0113.

Apigenin—8—C—ﬂ-D-g/ucopyranoside (vitexin) (3): Physical characteristics: yellow powder from MeOH
UV AMOM nm (log &): 333.5 (3.10), 270.0 (3.12), 214.5 (3.38)
max

FTIR Vﬁ:; cm’™: 3373, 3214, 2910, 2871, 1650, 1614, 1567, 1506, 1421, 1385, 1361, 1297, 1266, 1251,

1223, 1178, 1107, 1091, 1057, 1039, 1014, 986, 970

(03 - 115 °(c 0.5, pyridine)

'H-NMR (DMSO-dj) : 6.77 (H, s, H-3), 6.27 (1H, s, H-6), 8.01 (2H, d, J = 8.8 Hz, H-2', 6'), 6.88 (2H, d, J =
8.8 Hz, H-3', 5'), 4.67 (1H, d, J = 9.9 Hz, H-1"), 3.82 (1H, d, J = 9.3 Hz, H-2""), 3.25 (1H, m, H-3"), 3.36
(1H, m, H-4"), 3.23 (1H, m, H-5""), 3.82 (1H, dd, J = 3.8, 11.0 Hz, H-6"), 3.53 (1H, m, H-6"'), 13.16 (1H, s,
5-OH)

“C-NMR (DMSO-d;) : 164.05 (C-2), 102.51 (C-3), 182.16 (C-4), 160.46 (C-5), 98.21 (C-6), 162.63 (C-7),
104.66 (C-8), 156.07 (C-9), 104.11 (C-10), 121.68 (C-1'), 129.02 (C-2', 6'), 115.91 (C-3', 5'), 161.19 (C-4),
73.44 (c-1"), 70.93 (c-2"), 78.72 (C-3"), 70.64 (C-4"), 81.86 (C-5""), 61.38 (C-6"")

EIMS m/z (% relative intensity): 324 (18), 312 (17), 294 (17), 283 (100), 270 (15), 165 (23)

HR-ESI-MS: m/z found: 455.0848 [M+Na]+ calcd. For C,H,,0,,Na m/z 455.0954

Luteolin 8-C-,B-D-g/ucopyranoside (orientin) (4): Physical characteristics: yellow powder from MeOH
UV AMH nm (log &): 348.5 (3.28), 294.0 (2.99), 269.0 (3.24), 256.50 (3.24), 210.0 (3.58)
max

FTIR VEE; cm’™: 3515, 3380, 2896, 1653, 1609, 1578, 1551, 1513, 1425, 1370, 1323, 1290, 1249, 1117,

1105, 1045, 1006.
[0]2: - 50.6 (c 0.1, methanol)
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"H-NMR (DMSO-dp) : 6.64 (H, s, H-3), 6.26 (1H, s, H-6), 7.47 (1H, d, J = 1.9 Hz, H-2"), 6.86 (1H, d, J = 8.3
Hz, H-5"), 7.53 (1H, dd, J = 1.9, 8.3 Hz, H-6"), 4.67 (1H, d, J = 9.9 Hz, H-1"), 3.82 (1H, d, J = 9.3 Hz, H-
2"), 2.59 (1H, t, J = 8.5 Hz, H-3"), 3.11 (1H, t, J = 9.1 Hz, H-4"), 2.59 (1H, m, H-5"), 3.78 (1H, d, J = 11.6
Hz, H-6""), 3.54 (1H, dd, J = 6.2, 11.6 Hz, H-6""), 13.17 (1H, s, 5-OH)

“C-NMR (DMSO-d;) : 164.28 (C-2), 102.61 (C-3), 182.23 (C-4), 160.58 (C-5), 98.30 (C-6), 162.74 (C-7),
104.72 (C-8), 156.20 (C-9), 104.23 (C-10), 122.22 (C-1), 114.25 (C-2', 6'), 145.97 (C-3"), 149.77 (C-4"),
115.84 (C-5'), 119.58 (C-6'), 73.58 (C-1""), 70.95 (C-2"), 78.93 (C-3"), 70.87 (C-4""), 82.18 (C-5"), 61.81 (C-
6")

EIMS m/z (% relative intensity): 450 [M+2H] (2.69), 394 (11), 299 (100), 283 (19), 270 (18), 165 (21)
HR-ESI-MS: m/z found: 471.0867 [M+Na]+ calcd. For C,H,,04,Na m/z 471.0903

Luteolin 6-C-,B-D-g/ucopyranoside (isoorientin) (5): Physical characteristics: yellow powder from MeOH

UV A MM nm (log &): 349.0 (2.91), 268.6 (2.93), 258.4 (2.92), 215.4 (3.55)
max

KBr
max

FTIRV cm’™: 3337, 1652, 1625, 1580, 1493, 1451, 1360, 1305, 1190, 1173, 1159, 1083, 1072

[0] 3% : +7.1 °(c 1.0, pyridien)

"H-NMR (DMSO-dp) : 6.66 (H, s, H-3), 6.47 (1H, s, H-8), 7.38 (1H, d, J = 2.2 Hz, H-2'), 6.88 (1H, d, J = 8.3
Hz, H-5'), 7.40 (1H, dd, J = 2.2, 8.3 Hz, H-6"), 4.57 (1H, d, J = 9.8 Hz, H-1"), 4.03 (1H, d, J = 9.1 Hz, H-
2"), 3.19 (1H, t, J = 8.5 Hz, H-3"), 2.69 (1H, t, J = 8.9 Hz, H-4"), 3.15 (1H, m, H-5"), 3.67 (1H, d, J = 11.4
Hz, H-6""), 3.40 (1H, dd, J = 5.6, 11.4 Hz, H-6""), 13.54 (1H, s, 5-OH)

“C-NMR (DMSO-dy) : 163.98 (C-2), 103.10 (C-3), 182.19 (C-4), 160.98 (C-5), 109.15 (C-6), 163.62 (C-7),
93.84 (C-8), 156.54 (C-9), 103.69 (C-10), 121.72 (C-1'), 113.56 (C-2", 6'), 146.06 (C-3"), 150.04 (C-4"),
116.38 (C-5'), 119.30 (C-6"), 73.35 (C-1""), 70.50 (C-2"), 79.24 (C-3"), 70.91 (C-4""), 81.85 (C-5"), 61.80 (C-
6")

EIMS miz (% relative intensity): 450 [M+2H] (2.58), 394 (19), 299 (100), 286 (31), 270 (26), 165 (33)
HR-ESI-MS: m/z found: 471.0892 [M+Na]  calcd. For C,,H,,0;,Na m/z 471.0903.
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