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## 4972508323  : MAJOR APPLIED POLYMER SCIENCE AND TEXTILE TECHNOLOGY
KEY WORD : NANOCOMPOSITE FILM, HYDROPHOBIC SILICA, CRYSTALLIZATION TEMPERATURE
AND OXYGEN PERMEABILITY

SIWALUK JANKONG : PREPARATION OF POLYPROPYLENE/HYDROPHOBIC
SILICA NANOCOMPOSITE. THESIS PRINCIPAL ADVISOR : ASSOC.PROF. KAWEE
SRIKULKIT, Ph.D, 83 pp.

In this work, polypropylene/hydrophobic silica nanocomposite films were prepared. Two
methods of composite mixing including extrusion with PP wax as a dispersing aid and dissolution
in decalin were investigated. After that, iPP/hydrophobic silica nanocomposite flat films were
produced by compression moulding. The nanocomposite films were characterized using scanning
electron microscopy (SEM), hot stage, differential scanning calorimetry (DSC) and
thermogravimetric analysis (TGA). SEM images revealed that in case of the extrusion mixing an
increase in PP wax had a negative effect on hydrophobic silica particles distribution in PP matrix. It
was believed that PP wax reduced the interphase friction force between PP matrix and silica particle
due to a decrease in matrix viscosity. In comparison, PP and silica mixing by dissolution offered the
extremely fine silica particles which were invisible when examined by SEM. As a result,
nanocomposite films obtained from dissolution mixing exhibited an increasing tensile strength with
an increase in silica content. On the other hand, composite films from extrusion mixing had an
improved tensile properties albeit at the expense of particle size and distribution. It was also found
that the smaller the particle size (dissolution mixing), the higher the crystallization temperature of
PP. Finally, for oxygen permeability test, all types of nanocomposite films exhibited the

deteriorating barrier property to prevent oxygen permeation through films.

Department: Materials Science Student’s signature: ﬂ;}rw.ﬂ- ““"'&W
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Academic year: 2007
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Flame Ewvap/Con Laser Plasma Hot Wall Spray
Reaction Pyrolysis
Max size,/um 1 0.1-10 1 1 10 0.1-100
Spread broad narrow Narrow broad narrow broad
Morphology solid solid solid solid spherical soliy spherical
agglomerates agglomerates solid, porous
Max Temp., K 2500 <2000 2,000 25,000 2,000 hollow
Material oxides material oxides and non{ oxides and oxides and 1,600
and oxides oxide non-oxide non-oxide oxides and
Complexity low low mednum high low non-oxide
low

4 a J
24.3.1 m?mﬂgnﬁm (aerosol reactor)
2.4.3.1.1 flame reactor
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SiCl, + 2H,0 — Si0, + 4HCI
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* 11 Vital A , Klotz U ,Granlef T and Bueyer R

Y 4 a 4
MW 2.4 uamm?mﬂgﬂimuuu flame aerosol process

2.4.3.1.2 Pyrolysis Reactor
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9 v A A Y a o d a ~ @ va A ay Y
aresedunuu e liimalauned loTaniu  aunsawanauiAFInavewIsTsuma Ia

an1m3ly TnunaFeonlossamladluglsisy
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N1INANAI

U

3.1 ngAutazansiadl
Q./ U e

a A 9 = =1
mqﬂmm:ﬁmﬂmWl%“lumﬁmaam U

< a a A 4 [
1. ifiananaanweansonau ¥oN19n15A1 Moplen HP561R 1@5UA1MBYATIZHIN

vAa o

A v < < = = d o w =\ dy
YTHN 10% 11 & 11ames 1na Taelauiinaeil
- 9031713 1112 (230 99 UFAITEAAD 2.16 D 1anTH) 20 AT UADUIN
] @ [ < a
- ANUHUIWUY 0.90 ATUADATIUFUAIAT
9 = @
- ANUAIULIIAY o 9AA3IN 32 unzihada
A R Ca~ 4
-ANNAI0 1UNTEAA o an3n 11 nlesidua
[ Y [
- yogaans 1A990 1240 wnzidda
- ANUNUUITINTUNNN 23 DIFUFATYA 24 J/AUAT

a 9 d' a v =
- Qmwgumﬁaiﬂﬂmwmaum 455 nlathana 34 3Rl

2. laTas Tiin@anm ¥on19mIA1 AROSIL® R 974 1ilunaniaiaived Degussa AG
(Thailand): ¥u1IRveIOYNIA 12 W1 Tumas tazdsuanmAl 1dinm liveuridie dimethyl

@ 3|
dichlorosilane aﬂymmﬂumgmﬁqmzmﬂ

a an W A Y . a o 3 a o '
3. WOANWTOWAULING FONWNTA1 TP Licocene PP 6102 UTHMIUNAANUNUDI

a o

Y
Clarient (Thailand) 3109 Taedauiinaadl
- AU N 170 o usaTed sz 145 °C
- ANUHUMUY N 20 paryaed Usu1al 60 mPa*S

- manuilunsalumiieg mg KOH/g iy 0
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4. §1azane Decalin 1w dei 1¥@19azarensansonan 910USEN Fluka 919

Decahydronaphthalene (cis+trans) C, H,q

3.2 gilnsaifldlumsnaans

d = = Y] v a d A T A
Q‘IJﬂ‘iﬂ!"{ﬂ‘ﬁ"luﬂ'lﬁ!ﬂ‘iﬂNﬂ'Jf’)El'l\‘iﬂ'lﬁ‘Vlﬂﬁ@@ AUAIITH laznaaod Nﬂ\iﬂﬂu!‘lj‘l!

H r'd 4 { Y awv
M9 3.1 gilnsainazinioadenlgluauide

¢ A A ' Y a
ginsainnsesie M HHan
Lﬂ?ﬂﬂ’gﬂgmﬂam@: (co-rotating twin screw
extruder ) Scientific Lab Tech Engineering
Lﬂ?ﬂﬂﬁﬂ%mﬂﬁm@: (co-rotating twin screw TSE-16-TC Thermo PRISM
extruder )
A o ) . Hydraulic Column Lab Tech Engineering
INT999ALUD (compression molding)
A @ Y =2 . .
INTDIANIINATULLIIAN (universal testing
LLOYDLR 5K LLOYD Instruments
machine)
A a = a aa J
m3esavilaisursaanuianaslnes
DSC822¢ Perkin Elmer
differential scanning calorimeter (DSC)
A o a a 4
Lﬂii’)\1mﬂiTﬂJﬂi"l'JLﬂJTliﬂLL@u"lhlm%’ﬂi
TGA/SDTAS51 Mettler Toledo
thermogravimetric analysis (TGA)
NApIANIIAMIBIANATOUNLLFHDINIIA
JSM-5900LV JEOL
scanning electron microscopy (SEM)
d‘ v A
AT
Macbeth Macbet color-Eye 7000
(reflectance spectrophotometer)
1nTeiamsFuruve A Oxygen Permeation
linois 8000
(gas permeability tester) Analyzer
IA504 hot stage FP82HT Hot stage Mettler Toledo
Y 4
NAaDIYaANITIAU
sz40 Olymplus

(polarized optical microscope)
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aad

3.3 UNUHNITNITNAADY

o o [ @ o .
PISHANAIENIATOIOAIAUNAE I NTRNANAILAININAZAE

o ©

naunaansanauiulalasiWinganid azanelalasinindanaiusion

o e @ oY 1 o o . kS = g ¥, o
FRTINTNEN 10 WafifussngLATaInsIn azantl decalin paeiAresdaniilaiin

naeag TimesNaNizand masterbatch l

nanansazane lalnsTdnganiiuna

l ANTANAUNAMAN 135-140 BIA7

a

NAN masterbatch WAANTIANAULIZAY

q

=l
VIRLTEIR

£
LATSNAANTANALUANT NINTUANANASS

|

Y A oA = '
AIEILATANBATALLILILNAEIRA

P N
v lupaNnednmIaN s

aUUNN 80 avAaLTd AN

q a

24 iaTa14

'

AT LA A

Py Ao
AILILATRIDA LN LTI

|

- NARALANTFNISAINTAY

- NAARUANIFLTING
- NAFDLAINNNF I TR
- NAFAUANITANNTTNNUURILA A

- ApTTFanE T AIgIUINe

- AATIZFUNTUNALD Naﬂ

v 4
MWA 3.1 UHUYNHAAITUADUNITHINTNAADY
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Jd & d kY A v A a U
3.3.1 MINANINAABINLINY (masterbatch) AIEIATDIDAIANALIF
o < a a Aan o A aa . o
duslanaraanneansenay 450 nSuuazlalasIWingan1  (aerosil) 50 N5
(6A3187U PP: aerosil ,9: 1) NIHANAIOIATOIOAIANAGIF (twin screw extruder) AININD 3.2
9 Y] ~ Y] o a 4 ] 3 A
Tagldnnzmspausanaadlumsnan 3.2 wdieennniiaieneamesszriuadlllurinie
o v a3 Y] ] 9 A % < a Y I <3 a fa (A )
mldguarneurudunsesdalanaraanlveonluaneawes sUnua Nt uduve
. a ~ ' S 2 N s I Ay Y a .
acrosil Usmmgaisondn mamesudng Miniuinndaesudnsn IdumUsuaves aerosil

A Y a g a
NUNITIUNAUA TGA

a 4 v A = ' . Y a
NINN 3.2 INTDIDATALNAYIA (twin screw extruder) LLUUﬂ@u’Jﬁq@Uﬁﬂﬂﬂ']ﬂ
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~ J 79y A v A = 1
M157194N 3.2 ﬂ'I’JS,’Gl,‘L!ﬂﬁWﬁ'iJll1?(!,{5]’05LLU%%@DﬂLﬂi@QfJﬂimﬂﬁfJ’Jﬂ

udisaangveunsesdaiandeny gaurgilumswan (°C)
Tayu 1 180
Tayu 2 190
Toyu 3 190
Ty 4 200
Ty 5 200
a1 6 205
a7 205
Tayu 8 210

3
UYL : ANNGTITOUANG 121 FOU/UM

3.3.2 MsmsannlunaNnean (31n 3.3.1)

4
v )

= a 1 a a aa a A [ -4
MTINUT TUADUNOTATLHINNOANTONAY FAn1 woanseNauuINeg 1N UI

D‘\.

a

J < o A Y o g’ o A o o Y a as
vidmosuingn lduraiiviin e lddinisnaudunednsenaunsgns
a A [ A o Y 1 ' J 3 Jou a S
HAZWOANTONAULING IAsMIAIUIUSATIEIUNANITHINAmDS HTNTAUaNeaNIoNa
a = ~ a 4 a 1 Aaa 1 ] 4
UVTANF M3 3.3 MINMIAATITRAINALA TGA wunlFamsedlumamesuing
vy = 0 J @ s & oy A quyyvey

minufesar 18 Teannsodnuvmiminmnmaesudndndesmaie 19 lddadiuues
aa a Y o Y g’ o a ~Aq Y
gamluu Tuasuneda laawaas 1A luaiselasiminsuvesnounedanngasnld
WA 450 N5N MIRANU TUADNNBAADIHBIAG0IBATANALITH TSE-16-TC AIWAINT 3.3
] o A aa Y @ o y3 9 oy Y
Taglnazmsnaudaaadluaisei 3.4 Fanimateonaniiinigazgni Inieualetiug)

=S Y A v g
WATHIVUATDINALUA
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H [ 1 s I d v a a a af
M3197 3.3 taasana i lumsnaundwesuinyiuneansenauuTgnsIas

woansoNauLIng
gns aan ananesuing waﬁwnﬁﬁuu’%tgwé weanseNauIng
(Gouaz) ("5W) ("5N) ("5%)
El 1.0 25.0 425.00 0
E2 2.5 62.5 387.50 0
E3 5.0 125.0 325.00 0
E4 7.5 187.5 262.50 0
E5 1.0 25.0 420.50 4.50
E6 2.5 62.5 383.00 4.50
E7 5.0 125.0 320.50 4.50
ES8 7.5 187.5 258.00 4.50
E9 1.0 25.0 413.75 11.25
E10 2.5 62.5 376.25 11.25
Ell 5.0 125.0 313.75 11.25
E12 7.5 187.5 251.25 11.25
El13 1.0 25.0 402.50 22.50
El4 2.5 62.5 365.00 22.50
E1l5 5.0 125.0 302.50 22.50

El6 7.5 187.5 240.00 22.50




d‘ tﬂl v A = 1 .
NN 3.3 INTOIDATANAYIN (twin screw extruder)

3197 3.4 N1z lumskauun Tunouno TR I8IATOIBATANT A

23

udisaanglundesdaiamndag gaurigilumswan (°C)
Tary 1 170
a1y 2 180
Tayu 3 190
a1 4 200
a1y 5 210

<
UYL - ANNSTITOUANG 121 FOU/UM
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3.3.3 mawauneansonau/lslaslvindamaamaiiamsazais

w3suu TunounadaneansoNautazsan lusasdiusosazMeriufumswI o
a 9 A v A = 1 o Aaa v o . 9 @
uTuneunedadionsesonsanaedd Iaeihadanm lilazaeaaiazats decalin ndwauniu

Y A o 9 A A a ~ o o Y o v
ﬂ?ﬂlﬂiﬂﬂﬂaﬁi'ﬂcﬁuﬂﬂﬂmwgﬂ 80 DAY Lﬂunm 1 GH'JIIN LLﬁ'Ju’lﬁ’liﬁgﬁ'lﬁlelﬂﬂ'J'liJ

a =

{ | o 1 ) a a a Jq 1
Sounguuigil 130-145 ossnuaiBod 1Hunat 1 92118 dedlethmaneansonauusgns laa

U

o g ) Ay Y A a
Tluasazarouaziimsnmueasanar nniuhasezaieh la lleunguugll 80 em
waie oszmediazareoonliifiuna 24 $1lus 1&umanTuneuweda ey
4 '
YuzildunTuneuwedadeli  USumveswednsenau Fanuazamauildlugasms

azanea1ee uaasluaisen 3.5

M15199 3.5 LAANDATIAIUITZHINNDANIONAY Fanwazan1ay

g3 S1 S2 S3 S4
Fam (Sozay) 1.0 2.5 5.0 75
FAN (NN) 0.1428 0.3570 0.7140 1.0710
=) as
wWoanIanwau
. 13.2090 13.5660 13.9230 14.1372
(P5N)
IAMaN(Na) 100 100 100 100

3.3.4 m3vuglilaannluneunedn (@10 3.3.3)

o a a Aa a Aaa 4 I o
wman Tuneunedaneansonau/lalas IWdngam lUdugihiluilavunelanirl
4 ] 1 ~ v & Aa a Aa
[V UATDIBAUNLUY (compression molding) MW 3.4 TaeFauiiau Tuaeunedaneansenam/
] 1 Y
TaTasTslingan Tasvinanznwanzaylumsnausians i a1an 3.6 9nTuIuuILY

paNNAT09ea Nduu Tuasunedan 1a lnaaevauiiaans 11
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d' d‘ v
MNN 3.4 IATO0ALUVY

M3197 3.6 maz“lumzmum:*wﬁuﬁ'wm?aﬁmmu ( compression molding)

Temp cooling Pressure  Pre-heating Pressing Final Venting
(OC) time (bar) time(sec.) before pressing time(sec)
(sec) Venting time (sec.)
time(sec)
180 60 100 180 0 420 0
180 30 100 180 0 420 0

180 0 100 180 0 420 0
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a d ao dyd va ard a 1
ﬂﬁ‘]/lﬂﬁ@ﬂwﬁinl‘Llﬂu’Ji]Elulﬂuﬂﬁ‘ﬂﬂﬁﬁlﬂﬂ1’(13J°1JG]GllE]QV\IﬁiJu1IuﬂE]3J‘WE]ﬁ'G]§3ﬂ’JN

a Aas aa £ 9
woansonauuazsan 39isznovlidqe

3.4.1 MINAgeUaNTAMUIIIA

va 9 =K ad a a ax a aa
‘VIﬂﬁfJU’c’fiJ‘UﬁGITHLIJ\‘lﬂ\‘ﬂ’\la3J1!111‘!ﬂf]llWfJEW]“W@ﬂWiﬂWﬁu/anﬂiiv‘IUﬂcﬁﬁﬂT

au

1193314 ASTM D 882-02 “Standard Test Method for Tensile Properties of Thin Plastic

Sheceting” A281A309 Universal Testing Machine 499 LLOYD ju LR100K udaslugiami

Y Qy 3 A A A9 Y a a a A @
3.6 Iﬂﬂ@]ﬂsﬁu‘ﬂﬂﬁﬂﬂlﬂuﬁ!ﬁaﬂMNUNTﬂu’lﬂ NIN 5 Jaaas 813 150 uaammmuﬁﬂﬂu

A Y o A
71 3.5 Taglsannzlunmsnaaey aail

QUL

AIUBUT

T

O¢

HINUDN
<
anuisar lumsnadoy

ANUYUN

v Y [
M 3.5 vinasunuean Tuneunedaneansonav/lalas Idngan e lénaaow

va 9 =
AUUAATULLIIA

Wit Jouaz

oA (gage length)

25
50

—

00
50
12.50

IR AT A

a A v

HaamasaouIn

0.10 -1.27 Uaauiag
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WA 3.6 1AT09 universal testing machine

3.4.2 ManaaevaNiansllIauas

o 1 a o a a A A Aaa
Mmsnaaaums llswasvesdlanin Tunounedanoansonau/lalas Iingam
Ae1n50930d (reflectance spectrophotometer) 31 macbeth 9931nmd 3.7 Tugaeanuenaau

=
360 D49 750 U1 1A

P

M 3.7 1n5e03Ad (reflectance spectrophotometer)
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3.4.3 MINATOUMIBFUH VDN
[ ] (4] a 3 o

MIMIAMIFURUVBNTOONTAUNUTINTNATOVAINNIATI I ASTM D3985
v A < . 44, 4 o 2
A28IATDINATDUMIFUHIUYBIUNAAIFUN NN 3.8 FaihmsnagdeunanIzall
F9UDINTIA 0.008 — 400,000 cc/m” .day

Y
I @ Iy o
annEMsia 20-50 DI UYALTHE . F08aTANUFUTUINT 0
Y

VUIATFUNATOY 14 IBUANAT

ANUHUI 0.01-1.27 HaaLuas

Y Y o = | "4
EIﬂiﬁGl“”ﬂ11-!'Jmﬂ1§“lﬁ~lw1u‘lli’)\3!!ﬂﬁ

1w =2

1 (22 a
2A1DATINITFURIULNTDDNHIIU (cc/mz.day)

o))y

OTR

)Y

2
Thickness ABAIAITUUUIVIIFTUIIUNATDY (um)

d' A =< ' 4 e
NN 3.8 IATDINITHUHNIUUBDIUNE (gas permeability tester)
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d
3.4.4 MyInnzvidugInenlagldimaiin SEM
o [ a Ja < 1
#1N15A519 00U FUFIUINGIAI19NA099ANTIANDIANATOUNUUADING 1A
@ { { a Jd v o
(scanning  electron  microscope) @Ngﬂiﬂ‘wﬁ 3.9 1DAATIEHONHULAITATLINAIVD

lalas Tidnsamlunedmesumns nawoansonau

4 Y Ja g 1 . .
NN 3.9 NADIYANTTIAUDLANATDULVUTDINTIA (scanning electron microscope)

¢
3.4.5 MIIATITHIUIAVDINGN

o Qy a 4 o 4 [ {
LlWGIfL!VlﬂﬁE]U‘JJ"I’JLﬂi”Izﬁﬂﬂluwmﬁﬂ ﬂWﬂWi%ﬂﬁﬂUﬁlﬂLﬂ?@Q hot stage ﬂﬂgﬂﬂ”l‘i/‘lﬁ

a 1

3.10 8as1ms Iiawfowminy 10 esruwadea / w1l guuYlsznIe 50 — 200 DI

G

= Y o y3 9 [ = = = = 3 o Qy
LI LL@’J’VI"IGL‘VILEJHG]’JEJ’EJG]TI 10 DIAUFAULHIT / UIN IUDI 50 DIAUFAUFYT INNUUUIYU

@ L4
naaouuinvuavesaile; lav 1d Taondesganssend (polarized optical microscope)
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Al 1 o’
WA 3.10 1509 hot stage LIDE ﬂgﬂﬂi}aﬂﬁ 3f1U (polarized optical microscope)

3.4.6 MINAADUANTANIINNINIOU

3.4.6.1 ManaaaassMnmannyseulaglimaiia TGA

Y a d a 9 A o a a
“I/Iﬂﬁf]‘]J“Vl'Nﬂ'J"liJﬁ73]uﬂlﬂﬂwﬁMHTIUﬂﬂMWﬂﬁﬂﬂﬂﬂlﬂiENL‘VI’OiTilﬂi?')tll“l/lﬁﬂ
Y] A A = Y a Y
LL’E)HTllﬁL“B@'i ﬂﬂgﬂﬂﬂ/‘l‘ﬂ 3.11IﬂfJLW@ﬁ"ILﬁﬂfJiﬂTW“VINﬂ'ﬂiJiﬂu LLﬁ%Qﬂ!ﬁ{]iﬂHﬂTiﬁﬁTﬂﬁ'}
a J a Y v 9 Y
611@q‘waamaiuﬂuﬂauwaﬁﬂmﬂ@ma‘mmﬁ"luimmu emﬁmﬂwmmmu 20 937

yauae /AN TurINgUNITEHINN 50-600 DRI AITYE
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3 4 o a a 4
MNA 3.11 195903 1uns13un3 nuew lawses (thermo gravimetric analyzer, TGA)
3.4.6.2 Managoumgargimsfananlagldmatia DSC

MnsnaasuantianiannudoudronssanrliosuiFeaaunuiig
aa d o 1 4 a a o
uaaeslAesaeglnIni 3.12 ilemgungiimanananiinisnadeunieldusseina
{ | ]

TuTasiu Tagldanudoun 50 esrusadea Wunar 1 w1 uvdrlianusoulusasn 10
= 1 = ] a v =~ :J’ Y 9 ~
DAAUFATEAADUIN TUFIQUUYNTENIN 50 — 200 DA UFAITE 31U THANNTOUAIN

a = I =1 Y o PR 9 o o Y2
vl 200 oA usared  (Hunal 5 win udilmoulaslageasinsiilieu 10 eam

q u

IR 1 = = =
IFQUFITADUIN IUDI 50 DI B ALY YT

H 4 a a aa 4
MNA 3.12 15T uFsaanAulunaos uAes (differential scanning calorymetry, DSC)
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wamsmamamﬁ%ﬁaiwamﬂmam

= a Aad U a an
4.1 msﬂnymmnzmm:mwaawaewaunu‘laiﬂﬂwunmam

Y d’ w A =S \l
4.1.1 MINANAIYIATVIDAIANAL IR
A A A 9 a Y= [ a aa dyd
iwseadenlFlumsnaunoansonaunulalasIdinganilunisnaaestine
d' v A = 1 0’.1’ 1 [ a 1 4 = 1 9
IAO90ATALLVINGEIY HunuINMIUsUgangiluuaas Tsuveanssaaniinaanonis

(% 1 a Aas A Aaa ~ A 9 dy 9
ﬂuiwawwaawmwauuax"laimTW?Uﬂcvam IﬂEl.ﬂTJz‘VllfViiﬂ%ﬁil‘ﬂvlﬂiﬂﬂﬂﬁﬂﬂﬁﬂﬁuhlﬂ

Y A

Y v 9 A A 4 A
naas A lumsnaaedluiide 33.1 Teasguugisudunuisisaangleu 1 Ao 180 09f

A =~

J o a 4
IFALTE 1AL lyU 8 (I%uﬂﬂ’lﬂq@ﬂl@ﬂﬂWiliﬂﬁﬂz) A9 210 DALY E INNITUINDALNDT

Aa a <Y a (= Aaa = 9 &~
ﬂ@MWﬂﬁﬂllﬂﬁlﬂinﬁﬂﬂﬂ!ﬂﬂuﬂ TGA WTJ'J'HJﬁ'lu"Uf]\?clfﬁﬂ'liﬂﬂlﬂﬁflﬂ‘igﬂ'lmiﬂﬂag 18 U

=

Yy 9 @ 3 Y o a Ay y @ a an a = A
mmmmmuqamuu ﬂQUlQHWﬂ’E]iJW@ﬁ@‘V]Ul@ llﬂN’ﬁllﬂ'lJW’f]flWi@WﬁuﬁJiq%ﬁlWﬂﬁﬂﬂ’)'ﬂJ

E4
aa a 4 a 1
Wuduvessanas Taslumsnaaesiivzniounodwesu lunounodn 16 gas luuAazgns

A o

1 [ a a ana a a %] d v {
POATIAIUTTHIN WOANTBONAY :  FANT NOANTONAULINFAIUAAIIUAT 1N 3.4 Qe
a ad » Jda a 09/' dy A o Y A v A A =l 1
woansonauInsn@uad Il luduasuiiioivinnaisvasdumoaausAdsANIUIEHIN

a d o 1 Aa 4 {1 o o
Twanaveswedwesm i ae Ismnansnaeuiidiu ldudssunaziula mamTouuTu

a 9y [ A v A = R = o z = J a3 J A
ﬂ’f)llW’t’)f’f@]]lﬂ@Wﬁﬂlﬂiﬂﬁf’]ﬂiﬂlﬂﬁﬂ’lﬂl%umEJ’Jﬂ‘]JﬂJ‘L!GI’EJ‘L!ﬂWiMiEJ?JlI"IﬁL@]@iLLUTIGH n1gn

add g A s

mmzanlumsesouunlu aeuwedaudaa 13 luaisnn 3.5 Tagguuginsudunuisisa

G

A = Jd A

ﬁﬂgT“]ﬂ! 1 9 180 o3Il LLZ.’I%IGBH 5 (T%uﬂmﬂqmmms!ﬁaﬁgi) Ao 210
= A a @ Y ) Y2 9 g’ [ 09/’ 9 o

DI ALY T 1!”IT‘L!ﬂf’JNW@?W]‘VIf’Ji’Jﬂll”Ifl]Tﬂﬁ'JQTfJUlﬂQﬂVI"IGLWLEJuﬂ'JfJHT Wﬁ\ﬁnﬂuullﬂ‘ﬂ”lﬂ1§

v J 2 Ao A ~
daludarlaannnuaadlunisian 4.1

4.1.2 manaumgmsazaglunnazay Decalin

Y
Tumsnaasail Idrusdnuuimalumswnanlalas IMdngannuneansonau lae

v o

) £ Aq YA . an 4 v 9
miazmﬂclummazma mmmazmﬂﬂhﬂ@ Decalin aﬁmiwauulmmﬂﬂumma 333

9
axAay ¥

Aa Y < a [ Y
WAWRAAIINNITHTUAIYITU mﬂuuﬂuﬂanwaﬁﬁiugﬂmmuﬁm"h“lumsn 4.2
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3197 4.1 naasoadmlugaswanvesneansonau lelas TWdngan / weansonau

2 < 2 a Ay y A oA
LLINY Llﬁ$ﬂ1WLilﬂ“]5‘]J‘ﬂhlﬂiﬂﬂmﬁENE]WJ@I

aaau
qas wodansonau : lalaslWingam : mwigiagl

a ad & d
WoanIdWaULINDY

El 99:1:0
E2 975:25:0
E3 95:5:0
E4 925:75:0

E5 98:1:1
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daau
qas woawseway : lalaslWingam :
a an s C
noanseNau I
E6 96.5:25:1
E7 94:5:1
E8 91.5:75:1
E9 96.5:1:2.5
E10 95:2.5:25
Ell 925:5:25

mngiarl
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mngiarl

daau
qas woawseway : lalaslWingam :
woanseauuing
E12 90:7.5:2.5
EI3 94:1:5
E14 925:25:5
EI5 90:5:5
El6 87.5:7.5:5

’d"mﬁﬂymzvmmﬂmwmmuﬂuﬂ@uwaﬁmﬁﬂuﬁ"mmiazmﬂiuﬁaﬁmzmﬂ

@ @ o 1 A Ay YA o < =
ﬂ']flﬁﬁ\?’ﬂ']ﬂﬂ']iig!‘ﬁﬂ@?ﬂ1a$a18ﬂ@ﬂW‘]J'J']HTIUﬂ'E]?JWi’]ﬁ@VIllﬂllﬁﬂ‘]elmgl‘lluwxiﬁsll"n

o UAUNNGATAWAAINT NN 4.2
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M1 4.2 naradasdrulugaswavvesnodwsenan /lalas TWDngam naznmanuue

NaADUNBANMAIINaZAe IUAI Iz aNY

daau . -
qns o o MuanyazHI I UABNNDAA
woansoniay : lalasinindam
S1 99 : 1
S2 97.5:2.5
S3 95:5
S4 92.5:7.5

= ° o = a ¢ a
4.2 ﬂ]‘iﬂﬂ‘ieﬂ?ﬂfn'J3ﬁ]‘ﬁi‘Uﬂ]i‘llugl]wﬁwi«!]juﬂﬂﬁlwaﬁﬂ

woawsonan/lalas linganunTuasunedan lanininsesdasandeaguazi la
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El 99:1:0
E2 97.5:25:0
E3 95:5:0
E4 92.5:75:0
E5 98:1:1
E6 96.5:2.5:1
E7 94:5:1
ES8 91.5:75:1
E9 96.5:1:2.5
E10 95:2.5:2.5
Ell 92.5:5:2.5
E12 90:7.5:2.5
E13 94:1:5
El4 92.5:25:5
E15 90:5:5
El6 87.5:7.5:5

M3M3aNIIUABNNBTANIEN SNaNAIBNATAA I aza1e
L 8731834 PP : Silica
S1 99:1
S2 97.5:2.5
S3 95:5
S4 92.5:7.5
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A A a a A A Aaa a A <3 4
M319 .1 amiaFana i Tuneuneanneansenay /lalas Iingan1 / weansenauuIng

gas X, X, X, X, X, Mean SD
PP pure 18.995 21.261 21.686 | 22.171 22.506 | 21.3238 | 1.385080
E1 23.010 23.521 23.833 25.112 25.166 | 24.1284 | 0.968387
E2 23.488 23.601 23704 | 23.839 | 23.938 | 23.7140 | 0.180101
E3 22.416 22.610 22.720 22.727 23.594 | 22.8134 | 0.454099
E4 20.215 20.315 21.014 21.757 22.206 | 21.1014 | 0.874889
ES 22.618 23.407 23.707 23.852 24.891 | 23.6950 | 0.821292
E6 21.912 22.110 23.728 24.700 24.796 | 23.4492 | 1.379542
E7 22.101 23.178 24450 | 24.467 | 25309 | 23.9010 | 1.261641
E8 18.461 18.689 19.250 19.763 20.009 | 19.2344 | 0.666197
E9 19.594 19.853 20.608 20.913 22.430 | 20.6796 | 1.116389
E10 19.851 19.921 21.140 | 21.507 | 21.610 | 20.8058 | 0.857995
E11 21.029 | 22.130 22.861 22.893 23.041 | 22.3908 | 0.839430
E12 20.389 | 22.131 22260 | 22480 | 22.712 | 21.9944 | 0.924293
E13 22.621 22.795 22.994 23.026 23.992 | 23.0856 | 0.532401
E14 22.805 23.119 | 23.233 23.402 23.585 | 23.2288 | 0.295193
E15 18.685 18.752 18.858 19.084 19.988 | 19.0734 | 0.533187
El6 21.519 | 22.067 22.497 22.531 23.397 | 22.4022 | 0.690580
S1 22.577 | 22.928 23.270 | 23.432 24.017 | 23.2448 | 0.542746
S2 22.539 | 23.364 23.657 23.717 23.807 | 23.4168 | 0.518023
S3 23.035 23.723 24.203 25.981 26.034 | 24.5952 | 1.354563
S4 24.685 24.878 24.983 25.563 25.992 | 25.2202 | 0.541523
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31 A.1 gA3 PP pure

5 8 B

Het Flow Endo Uip (o) — ——

o

Filenams © Wrograem FilesiP \pure pp 171250 pdd
Dparater 10 aiih
| Sampis 10 pure pp 171250
Sampie Waeight 100 mg
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1783
120
100

End = 111.78 "C

Paak = 115,70 °C
Aras = 600,126 md Poak Height = -20.0521 mW
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Paoak Height = B 3076 mW

End = 168724 "C
PO s AN R

Aron = 455674 mJ
Dalta H = 74 7498 Jig

T Onset = 153.28 °C

Cnset = 120.63 °C -

120
Tamparature (*C)
12/ZTOAT 1:08:20 PM

33 Hold for 5.0
4)  Cool from 200.00°C

¥ ibaey CiProgram FllesiPyns DataiSi WAapt pdid
Crparator 10 el
L= A ppt 1TA280
Sample Waight' 5800 mg
| Cammant
133 Peak = 164 37 “C
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. N I
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Daita H = 87 4727 Jig
80 .- -
| Eng=110.08 70 Onset = 119.47 "C — —
b Araa = -704.958 m.J
i Dafta H = 1218445 Jig
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! o
# e N e ——
= \/
-an.83
S0 85 L 80 100 120 140 100 180
Temparaturs ("C)
1222007 12:53.18 PM
13 for 1.0 min et 50 00°C 3)  Hold for 5.0 min at 200 00°C
n uurmwou‘:umw'cumwmln 4)  Cool from J00.00°C to S0 00°C &t 10.00"Chmin
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Sample I0- App3 17-12.50
Sample Waight: 6000 mg
Camment:
s Peak = 16367 “C
50 Onset = 152.41 °C Peak Height = 8 6588 mW

—Ty
— = N AT \ End = 168,95 °C

Asen = 484610 m)
20 Delta H = 80.7688 Mg

—_— Onset = 119.33 °C

Araa = 700530 m.d
Delta H = -116.7650 Jig

20

-39
4110

A% a0 L 100 el 140 180 180 200 2080

Temparature (*C)
1Z2WI00T 1:33.58 PM

1) Hiold for 1.0 min &t 50.00°C 3} Hokd for 5.0 min m 200.00°C )
2) Heat from 50.00°C ta 200.00°C 1 10 00"Cimin 4) Cool from 200.00°C 10 50.00°C at 10.00"Cimin
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31 n.4 gas E4

Appanaw 18-12-50

‘ fimiting Coiragram FlasE. \Appdrnew TI-13-50 pad
i e
‘ Wesght: 5000 ma
v

Onset = 118.02 °C

Heat Fiow Ends L () —— ——
H

Area = -808.518 mJ
Deita H = -

Area = 314,347 mJ
Daita H = 62 8604 Jig

F_____....-‘L-—'

Paak = 162 66 °C
Paak Haight = 50000 mwW

Onaot = 154,64 °C
End = 187.78 *

End=111.71"C

21.7035 Jig

N R \/
ak = 11522 °C al o —
20 Paak Height = -20.1317 mwW =5 et
o —
e
an. 7
E a0 80 00 e s ey

12FWR0CT 02258 FM

51 n.5 g3 ES

EAP WAppS rel 281207 @OT 1228112143 pda

on
DPS new 26.12-50
Vveight 5.000 Mg

2
2
B

40

a0 End = 112.48

20 Area = -570.074 mJ
H = -114.0148 Jig

Heat Flow Endo Up [rl) — ——
o

Onset = 154,85 °C

Peak = 160.00 *C
Paak Height = B.1814 mw
‘—-—-/__&__

Aron = 418026 mJd
Deita H = 83 8052 Jig

End = 1686.35 °C

—_—_—

Onset = 118.23 °C

| Poak =115.38 °C
VYV Peak Helght = -21.6438 mW

140 160 180

V2ENTOOT 22340 P

74



31 1.6 g3 E6

-20

CAP AppS rel-20-13-0TEOT 12301 15043 pdicd

Feak = 164,37 *C
Paak Height = 60570 mW
Ao
%  —

- — = ) Area = 354202 md
Deita H = 70,8564 Jig

Onset = 152,38

End = 16782 "C

Onset = 119.48 °C ~

\ / Peak = 115.25 °C

End = 111.53°C

Y ht = -18.9718
PR e Poak Haig 18.9716 mW
Deltn H = -118.9089 Jg
P . —A
/
W
oo "0 100 20 140 180 180 208

1
Tamparatsrs ("Ch

B VIRATO0T T AR AT PM

O rrin at 50.00°C 3} okd for 8.0 min at 200.00°C
2) Heat from S0.00°C ta 200.00°C st 10,00°Cimin 4} Cool from 200.00°C io 50.00°C #t 10.00°Cimin
sUn.7 gas E7
G U
| Fonama: [ I hppT 28
| Oparate: e
Sample 1D BT rew 20-12-50

Peak = 164.05 *C
Paak Height = 8.3408 mW

Onsst = 15222 °C End = 167.83 °C

5 e
i e E Area = 361 555 mJ
z e - Delta H = 63 4306 49
=80 l S -
g End = 111,45 °C Onset = 118.22 °C s -
Area = -580.432 mJ \ Peak = 115.08 "C
Dot H = -101 8303 Jig < Peak Height = - 18,5489 mW
a0 “ . = "
o . N
EIE R .
38.25 &0 L1t 100 120 140 180 1080 200
Tamperaturs (“C)
122072007 Z:54:14 PM
1) Hold for 1.0 min 81 80 00°C 35 Hold for 5.0 min 81 200 00°C
2) Host from 50.00°C io 200 00°C at 10,00 Chmin ) Cool from 200.00°C to 50 00°C &t 10.00°Chmn
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31 n.10 gA3 E10

Vi B o 1 e e G
i e B0 i ) 1 s

Pk = 154 &1 "0
Mok Hag™

g £ e Fina e Va0 TH 1180 G
Copgrwier —
s £ AL
Famrnsw Wyt § -
S
.
P = 84 55 0
sk SGeghE = & TEAZ mEY
-za

nre = 108 00 O

i = AR O Tl
it 48 = DB

= 1R IS st = V1B 0 G
S

'\-\. _r"l A 0 AT md

\ Bt 14 = - 108 1858 20

ERL TR L

iy
Tarmparwtios 11

v B B [
o e B3 BT B D 1 BTy

sU a1 gas E11

g Mhpsil 18
e
App11 18-17-50
300 mg

Paak = 168 62 °C
Peak Height = 57051 mW

Onset = 153.58 °C
End = 168,87 "C

— N

Area = 367.211
Deita H = 85 3980 Jig

End = 111.77 °C Onsat = 120.21 °C

Area = -471.865 mJ \J’/
Delta H = -108.7380 Jig B

P 8 "C
Paak Height = -14.0718 mw

A2/VA00T 11128 PM

77



31 n.12 a3 E12

il Cirogram FilesiPyr. Vipp12 10-13-50.poxd
Oparator 1D oy
Saraphe Appi2 19-12-50
Samphs Wesght 300 mg
| Cormman
e Paak = 164,26 °C
Paak Height = 10.7803 mW
100 i -
Onset = 151.80 °C — I
ot s
o Aren = 716,701 mJ End = 18848 °C
: Defta H = 135 0380

Hest Fiow Endo Up () —— ——
: H

8

200.00°C at 10.00"Cimin

End = 11291 "C Onset = 119.12 °C )

71
Area = -592. 722 mJ Peak = 11568 "C
Deita H = -111.8343 Jig \ /pm Height = -24,0878 mW g—
\ - \ - R
W Vo =
731 P 180 180

1ZEWI0OT 31822 M

200+

31 n.13 gas E13

g g G o b

y———r g 8 3
Barwin Waght & 300 S

i ol Uiyl ——
]

Pass = W1 B 0

Padk Faght = 7. BUT7 Sy
Courast = 183 88 T T N
-

Adws = 430 I M
Copam e = 8 TTHT Sy

B = T &0 G

Woui = 111430
T
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31 n.14 g3 E14

Fannpme CUTSp PRSPy WApET4 181280 pdd
Cperator 10
Sampsn 10 a-gpu T4 10.12.80

™o

Sampin Weight 4 800
Cermment

w258
Onset = 154.57 *C

-
g

a
]

8

End=112.31 °C onun-ﬂss_b_s‘

N
s

Aran = 548 000
Bask = 11525 °C \ / Detta H = - 1143541w
k Haight = -20 8322 mW

8

Heat Flow End Up (mil) — —
8

Faak = 160.30 *
Peak Height = 6. 95-!8 mv

Ares = 356133 m.,
Deita H = 82 BZ?‘B g

End = 167.00 *C

180 180 205

1ZEAWI00T II0EE P

31U n.15 gA3 E15

| Fitonama: CProgram Fllesyr WApp15 28-12-50 pdid
Cparmcs 1D
Sarmphs 10 DR1G new 28-12-50
Sampie 5200 mg
| Commant
1188
100
Onset = 151,60 °C
80

g

End = 111.48 *C Onset = 11860 "C

Hesat Flow Endia Up [y — ——
e
&

et
Aros = 565 896 mJ
Paak = 114.84 \ Deita H = -108.8261 Jig

Paak Height = vIB T3 mwW

120
Temparature (*C)

5 Held for 1.0 min # 50.00°C 35 Hoid for 5.0 min at

Peoak = 163,94 *
Peak Height = 5 G067 mw

End = 167.38 *C

I s V41 = -

Area = 345 790 mJd
Delta H = 66.4982 Jig

180 180 2040

127292007 3:331T PM

50 200.00°C
2) Hast frem 50.00°C 10 200,00°C st 10.00°Cimin 4} Cool from 200.00°C to 50.00°C &t 10.00°Cimn
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31 n.16 gn3 E16

Fitaname CoProgram Fieswr Appie 26-13-00 pdid
Cperator 10
Sample

e
o BR18 new 28-12-50
Sampia Weight: 5200 mg

nazz
an

20 Paak = 115,18 °C
Paak Hekght = - 18 0405 mwW

a2
RS B0 B0 100

| 21 Heat from 50.00°C to 200.00°C at 10.00"Cimin 4)  Cool from

Onset = 158.23 °C

120
Tamparatuss (€}

Paak = 164,63 °C
Paak Height = 7.2861 mW

Area = 358.018 m.d
Delta H = 688496 g

Area = -533.394 mJ
Dolta H = -102 65758 Jig

140 180 180

12202007 33750 PM

[ 93 Fosd for 4.0 min a1 80 00°C 3)  Hiokd for 5.0 min sl 200.00%

]
06°C 10 50.00°C =t 10,00"Cimin

End = 167.23 °C

351 .17 gas S1

Paak = 18548
Onset = 152,98 "C

End = 188.71 °C

it = <13 5672 MW

140 180 180

AFIO08 30021 PM

[ Filmname. o iprogram eaieyr_ e 28.03-510p pdkd
| Cperston D PoCkpUY
| Sample 10 ant
Sample Waeigh 5 300 mg
Cammant
e Area = 375 354 mJ
Dahlta H = 708215 J'g

0

20
I Onsot = 123.28 *C
g End = 113.88 “C

10 o
= SH——— ——
g Area = 4809 918 mJ
E o Deita H = -92 4369 JNg
L] k= 118.23 °C

Paak Heig
0
= —— = J—

a0

30
i -] 120

1
o . o Temperature ("C)

[ 13 Fiokd for 1.0 min et 80 00°C 3)  Hokd for 5.0 man et 200.00°C
!2: Hast from 50 00°C 1o 200 00°C &t 10 00" Chimin 4)  Cool froem 300 00°C o 50.00°C & 10 00" Cimin

-

Paak Height = 54735 m
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31 n.18 g3 S2

| Filenamae: CAProgram Files'Pyris\asl 28.03-61 pdia |
Opormior . pookpuy

| Sampie 10: as

| Bample Weight 5 500 mg
Comment

anzs e Paak = 163.85 °C
— Onuacm 1MW Paak Height = 8 2155 mwW
o R iV
20 — End = 1168.94 "C Area 12.302 mJ B . —
0 e .

Ares = 498,085 mJ
o Dalta H = -B0 5608 Jig

Paak Height = -17 8021 mW

|
|
i
=5
g Paak = 120,24 °C
&
E

e 60 a0 100 120 140 100 100 2000

ANB008 32300 PM

31 n.19 g3 S3

b ome m——— i g P wad §OF 8 gl
Opnie i
I T
e
" - i = - Peak = 10390 T
; e - B maygid = T TR
o
bk | — N
hima = 303 300
>a EAeRS P =01 OO0 Jig Eaul = +58 06 "G

™ O
Pasals Hiaighl = . V0.0 Fo ey

P i g ol —— ——

i
P

=t i
-y e
s v - ™ e
Nl - - - [

i a5
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31 .1 gas S4
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Fman byl ol
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Vv 3

o = 187 37 °C
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Fan
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