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a ¢ a 2y Y
M1 19N 4-1 'Q]Qﬂ‘lji$ﬂﬂﬂﬂ1ilﬂnﬂlﬂﬁﬂl!ﬂ1‘v1u@'ﬂﬂ

wlesiFualamimiin

aanlszneu M uden Fammedon  Samnasen

21015901 o1 35 2

Si0, 76.19 92.64 96.09

K0 4.65 2.07 0.77

Fe,0, 73 2.34 0.13

CaO 6.78 1.24 0

ALO, 1.76 0.81 2.98

others 3.29 0.88 0.03

d‘l o Aaa a o 9 : ad a 4 Y Y A
mauwammmtm"lﬂmﬂm 2 1% "lihlﬂi'lzﬂﬁ'ﬂﬂiﬂfﬁ'l\iﬂ'lmﬂiﬂﬂ XRD tag FT-IR
d‘ o w A d” dy
UTAIANNINT 4-1 UaS 4-2 MUAIALU AN XRD WU’J'HI!E’\"I“U’\U590’1]1?1150@11&!!113‘0!5’]%114

aaﬂmmuummw 1 32 LﬂﬂWﬂﬁNﬂ‘U‘Wﬂ‘U’ﬂQNﬁﬂﬂﬁ‘N"l ﬂ’Jﬂﬂ‘]f (Alpha Quartz) Tﬂummm

A a” F) 9 A o At 1 e 9 Y ay Y
Wﬂ‘ili]d‘(lmﬂﬂuii)i:]U‘ﬂ‘VﬂﬂﬁLﬁitluﬂ’JU Ny mmmwumﬂnuaetm"lmnﬂiswmcmuﬂm

=1 a R aa ' = b = ' = 9 ac =
palSunamanniunnm 14mu]‘%'tmmunmmmnmmwawummsmstmmu:m‘n 1 UIUIR

2 a ' A P Y = ' ° v oA ' & 2y ¥
Waﬂﬂﬁlﬂiyﬂ')']luﬂﬂﬂ’1ﬂuﬂ'J']llﬂ'J'NﬂlfNWﬂ“ﬂagﬂ“lﬂu\iﬂllﬂ(ﬂﬂ'ﬂllazu‘lﬂq5]1ﬂ'1]lﬂ1‘]ﬂuaﬂﬂ

v v
= = a

anTssnuiian giumsiifemnad 900-1,000  saauwatdea M1 lvinalasaadia

Q ¥

2 o L4 1 aa ay Y = 9y ana a ] y
nanoavh aroaw (Alpha Quartz) mumaﬂm'lmnnmimsuummﬁ‘n 2 %mmﬂum;mn

’ 4 é an 4
Y1219 2 Theta 9 15-30° muﬁmﬁwamaamgm (Cordeiro, Toledo and Fairbairn, 2009;
a 4 s [] o

Hamdan, et al., 1997) a291ARA FT-IR iN001IAAY 1,090 4ag 800 cm’ Hanedanyilansy
Y94 Si-O-Si stretch §MTVFINAUNYSZNIN 470 cm ' ABNY Si-O-Si bending (Umeda and
Kondoh, 2010; Madejova, Arvaiova and Komade, 1999) ﬁmmanﬂﬁuﬂszmm 1,600 cm : ai‘lu

b4 ) v
39§09 H-O-H bending vibration ¥83Tutanaii1 Uing, 2006) azMsgAnAUAALUTITA

-1 2 ] Y . & ] . A a 4?’ 1(]

3,435 cm %zﬁmamﬂgﬂanwmm OH stretching “§a¥1Yy OH stretching NINAVYUBIVISLUUNTT

Vv H [ '
aadiwesdanmielumy OH MmzeginIvesTan (si-oH, lsmuen) vy OH #HiHIvDS
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Famezgnidasen lililieldanudouhidesndt 180 esruwadva Tumawivudidanu
Y ¥  aad Y o Ly y A a = v & ' da &
doudsh 1 1dvhmsmnilidsudosiigungil 600 ssruaaidod Aniuny OH Niiavuly
aa a o 9 acd 2 [] o a [ : [] = a o 4
Famnnson1d01n359 1 Sadlumy oH MRasnmsgadmihlugrsvesmsinuasHandumn
a ¢ 1 a Ay Y Yy aad o Y aa a a
58MIIAATIEN dIuM T ouTd1udesd103Tn 2 szdhimsouudiganuaangumgl 80
= R ' A sl aa A o Y aad 'i‘_l ' A a
parualda Aaiuny oH fnavulugimineion 1Anndsh 2 Wiy oH MAaINN13gA
. i 3 ¥y d 1 aa @ = ' r o
duniwazny leawea (Si-oH) naasldmungamedugiuiingloaea  (Si-OH)

ld’n aa & ' Ic‘ ' " a aaa 9
imzaghavesdan Famy leaweailuniinieshremsiialgasomazannsoazaiwla

e (Hamdan, et al., 1997; Umeda and Kondoh, 2010; Zhuravlev, 2000)
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~®

Intensity

b“m ,"v‘l“}‘ ' i

it

! Lk b
I LTS
L ]
e i 5, b 9

)
a) J.\ .. ®

l Alpha Quartz (Levien, et al., 1980)

1 l 1 'y
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T T T ] i ] L

10 15 20 25 30 35 40 45 50
2 Theta

- 2y Y, 2y ) Svd a ¥ asxd
HINN 4-1 XRD pattern YUDIVDIBIUDDY a) ﬂllﬂ‘l‘]ﬂu@ﬂﬂ%TﬂIﬁQ\ﬂu b) UDINRATEUAIVITN 2

Sy A a4y aad
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o [ = aa d” 9 ) 9y aca ﬂ o Y a = aa 9
AIUTUNMSIATSUBANIVINVIDIBIUDDUAIVITN 2 | uﬂ'ﬁWWiﬂlﬂﬂT“ﬂlﬂUiJ“]fﬁlﬂﬂﬂ'Jﬂ
Y 9"‘ @ a 4 aaa =) aa @
s Iianwdeunuaisazate Imdouleasen laa uazmsifisorvesmdougananiunsa
Talasnasin LaaIAIa@uNISN (4-1) (Affandi, et al., 2009)
Na,0.xSi0, + 2HCl = xSi0, + 2NaCl + H,0 (4-1)
A = aa o aaa o Yy a a an A ° '
UJﬂT‘]ﬂﬂUll‘]fﬁlﬂﬁﬂ‘]ﬂﬂﬂiU1ﬂ1Jﬂ5ﬂLla']%?/lﬁlllﬂﬂﬂZﬂﬂuﬂ!ﬂQ“]fﬁﬂ’]lllﬂ pH #1071 10
Y A ] . 44 a aa 4 ' o
mammnmm%::umg"lmmuﬂa (Si-OH) Lmzﬂgﬂwumﬂlﬂwaﬂwmyﬁmmuﬂauuﬂ’nm“ﬂu

aua'g_a%zﬁﬂﬁ'aqmmm%ﬁmsﬁﬂmﬁmuuﬁudaﬁuqa (Condensation Polymerization) Fani

vengswiuilunquisuiiSoniumenniisn (Aggregate) (Zhuraviev, 2000) Aauaasluaunish

(4-2)
Si(OH), + HO — Si(OH)3 = (OH)3Si — 0 — Si(OH)5 + H,0 (4-2)
b) ~ 1,090 cm)
54
= a)
£ ™
E
=
=
F
B 1,600 cm!
3.435cm’!
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wave number (cm!)

A , 2y v vy d a9 aad Sy d a g9
NMNN4-2 FT-IR spectra YDIUDIFIUBDY a) VWDINATIUAIYITN | LLAL b) VWDINATEUAY

=l

ad
95N 2
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[V da i
4.2 WHAYBIMITUATIZHF 10 1an SUZ-4
aw dy [ = d a = w (] aa
Naveidunmsdunsizraleladytia SUZ-4 Tasesfinuinavessasidiuvessanm
Ay 9 9 " aa @ ] [ I'd ' 4
nnunsudesasgan laa lasdadiulualumsdunsiziazegi 21.22810, : ALO,
a d o " @ [
7.9KOH : 2.6TEAOH : 498.6H,0 guuqil lalasmosiaminy 150 ssrusaifoa anuau
a 9 3 " =3 d o L)
BUAU 1 U5301mMA AN lumsniuans 250 seusnauiinazszeznarlalasmoesia 4 Ju
[ 1] an c:‘ 9 9 1 aa 4' Oldl
8031 IUFANNNUBIUDBIABTAN IsaNANYI0GN 0:100 25:75 50:50 75:25 WAL 100:0
P o a 4 )
Tuniswanlaeulessuszldneilnles leeswilulanzuanldsuie 14 181y cusuz-4
a ::' Y 1 ow d d o °y Y] 4’,' o a [ I'd
TasdSumvesTanenldminy 2.3, 2.8, 3.3 uag 5.5 wosirua lagtimiln MnuiiHaadum
] 9! a 4 @ 9 A = B g
1@l amszvigudanymzdionios XRD, XRF, SEM, FT-IR 8¢ Autosorb (BET Surface
Area and Pore Size)
a d a = <Y A
4.2.1 MIWATILHFUAVDIF 10 1andlu1A583 XRD
a ’a d S v 3 (]
INNITAATILH 10 100 SUZ-4 a2 UNAMAANMUNUL 7.7, 11.8. 15.1, 23.5. 25, 26 LAY
1 P Yaa 2y Y A a Yy aad
28.5 (Subbiah, et al.. 2003) 11NN MNN 4-3 1M 1FFamnTd 1 IudosTimS o033 |
oA Yaa ! aa e ' @ a a Jd
wuduile lFan lsailuunas®any (BA : silica sol 11HU 0:100) zinad 1olad SUZ-4
a = 4 4 " aa a d a a
vsgninaziielFudwiudeniluunadsdameiiaiiu suz-4 uazdleladwiiames Tu'len
L. 'y ] a s 4 4 o v a 2 o
(Merlinoite) 59wagadt tiiesnndleladiluasdsznounudatusufa @sziand, 2550)
aa & ﬂ [ [ [ dy 9 9 a ﬂ d aa a
Fan1 lyadaiuaisazaivegudrszazaviionnudsudssiiuveuds Gant Taah
a a d 4 a r's Y] v
azaoudlorunauwes Tules (Merlinoite) 11039101005 Tu'lov (Merlinoite) 92 19dadu
aa 1 a 9 ' = Y 9/ a o
YDIFANIABDYUUNIBEN (Si0,:ALO, 1Midy 5) uazldlnunmdonleasonloalums
@ d A @ o . 9y
dunsizrimiounudlelad SUZ-4 (Skofteland, Ellestad and Lillerud, 2001) tazlunsld
a Y o .& a
BA:silica sol sﬂu 50:50 wag 75:25 i)zmﬂﬁﬂﬂlf]ﬁﬂaﬂ1 fAIDA%Y (Alpha Quartz) FI91UNAIN

2K w L4 3 Y a = =< ] ﬂ a
wandanh AIDAY (Alpha Quartz) mﬂmsmﬂunmwmﬁnusm"lummmazmm uaquiu

aa a o P @ 4 ]
Fana lanua naanusn 183alidarh A1eas (Alpha quartz) Yuagaae
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b) 25:75

a) 0:100

l Alpha Quartz (Levien, et al., 1980)
1 1

h l\fcrlinoite (Treacy and Higgins, 2001 )
, | T | ] Il l

SUZ-4 (Subbiah, et al., 2003)
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2 Theta

d’ a o I o [ Jaa A a aca
MNAN 4-3 XRD pattern ‘1]'6\3Nﬁﬂﬂm"nﬂﬁﬂlﬂi']Zﬁwlﬂﬂ1ﬂﬂ151‘5°ﬁﬁﬂ1ﬂ&ﬁiﬂuﬂ1ﬂ'}ﬁ‘ﬂ 1

Y 4 o aa 4 =1 aga A " @

namsduns1zyid e lad lasns l9gamnesou1aa109590 2 wuMsdansIeH lag

a v e a a (4 a o ¢ o
B389 BA:silica sol 11U 25:75, 50:50 taz 75:25 naudlud To'lad suz-4 Wundasuaindn
= o Ia .. aa a s a I
AMIFUATIZAN BAssilica sol 111U 50:50, 75:25 uaz 100:0  Unavesrlelasdwes Tulon

. y (K} P 9 o a d? ﬂ a & dy
(Merinoite) HAUBYAY uazilo1d BA:silica sol tnumnduily 100:0 aasduilouuniiu

1aun Floladatianalod (Philipsite) tazasiinaua Inw o (Linde Type F)
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¥ Merlinoite
8 Philipsite
® [inde Tpye F

| ]
¥ ey, &R Wiy ¢) 100:0
™ -, PPt \ P e
i v? v d) 75:25

A i, Mo SN
. b) 25:75

a) 0:100

Intensity

I 1 1 ; A | | Linde Tpye F (Warzywoda, 1991)

t I : I i I I ! Philipsite (Rinaldi, et al., 1974 )

u I\ilerlinoite (Treacy and Higgins, 2001 )
I | 1ot ! I |

| SUZ-4 (Subbiah, et al., 2003)
| 11 || |I.lll I LI 1y 1 )

1 1 i T - Fie. j—1 QEpEE Do) oS, W g e WD g g g )
T T T T T T T T

5 10 1S 20 2> 30 55 40 45 50
2 Theta

I o

c; a o b Jan A a Ao
NINN 4-4 XRD pattern "UENNﬁﬂﬂm“ﬂﬂﬂﬂlﬂi13“ﬂﬂﬂ‘lﬂﬂﬁi%°}fﬁﬂ1‘ﬂ!ﬁ§EJIJi]"Iﬂ'J‘ﬁVI 2

A aa ) 2y Y ﬂ 3 2 qu ‘ﬂ . 4
eaInFanndmInussntluvewvivldszoznarlumsazaraiu [sio )

J Yaa 2 "9 v o aaa = @
wnnldganmlaa Saduasazaeeguds lusenhumsinlgasoenssiioniizasaiy
a a S A 2~ d a a I'd " 2 a 4 s . a
msinadleolaad oy &% 1o ladwiiamwes 1u'len (Merinoite) Wavludl (Philipsite) uazaus

a

r's P a [ 1 d a 4
I 199 (Linde Type F) Wudloladnfadioninglolansia sSuz-4 iesnnldgaungi]
i i AAdq Y o PR ' - ¢ & a
nawazdadiuluavesaainllunmsduasizitosn laommzs e ladsiames 1y
Jd . : o ' =2 <] a9 ' o Y a4 v (4
lon (Merinoite)  Afigusrawdniiugiidunasiidurimgudnaagngulndifosiudielas
SUZ-4 (*5.1A) (Skofteland, Ellestad and Lillerud, 2001 1182 Nagase, et al., 2009) aziile
=1 @ [ o Jaa A a 9 ana [ ' @ sy aa
WSsuneununmsdansizy lasldgamnmson1d9ni59 1| Ldmunmsdunsizialesan
A a 9 aca = () a a L4 i a = [ A aa Ay Y
MaToun10351 2 e Idulumsinedlelaa SUZ-4 USgnBuINA N Hiesngani 1dvn
Qd:; aa % =y 1 d‘Q aa d! = L
334 2 iWluganedugiu uaziing leaueainiziAivesdanm Faeslianuiesllums

algnsonnnngamimilunan (Hamdan, et al., 1997)
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[ @ Y a o da 4 ° a o J yaa A A
1’1aﬂﬂ]ﬂfﬂiﬁ\?lﬂﬁ’]zﬂﬂﬂﬂﬁﬂﬂmmcﬁiﬂvlﬁﬂ SuUz-4 u1Nﬁﬂﬂm°’ﬂ"lnﬂﬂ'lﬁ(l‘lf“]faﬂ']ﬂ!ﬂﬁﬂu

4 .
Y

aaa a (] " W a 4 4
1NN 2 NOATITIUVDY BAssilica sol 1MV 0:100 25:75 uaz 50:50 1Uhas1zHaroins 04
v
FT-IR, BET t1az SEM/EDS lawadail
a 's [ s 9 A
4.2.2 MIUAEANMYRINFUAI0IATBI FT-IR
a P (P { i A o Yy 4 N Y o a
HANSAATICHARANNATUVDY K/SUZ-4 Nas 121 1aai01n509 FTIR lanasaning
v ) v .
4-5 wuhiifanadunanuenaulszam 3,500 1,670 1,074 796 582 uag 452 cm’ oA

AMNUS 3,500 cm! Lﬂuﬂgﬁaﬁ%’umm OH stretching vibration (Iwasaki and Shinjoh, 2010) A

.

o ]

v v

Admniia 1,670 em " Wunyfafdu H-0-H bending vibration e Tumnaii1 (Jing, 2006) findi
AWNUL 1,074 cm’ IHANNMITUUUY asymmetric YDINYHIRFU Si-O stretching vibration
uAzNANAINLS 796 cm ' 1iAnYanFuve Si-O AT AL-O stretching dAURATIR ML 582
cm ' M11BDINITAUYDA Si-0-Al bending vibration HOZAANRINUL 452 cm | MUIGEINIAU
5% . . _ W ;

Y91 Si-0O-Si bending vibration (Madejova, Arvaiova and Komade, 1999) m;ﬂummmmﬁwy‘

o o ¢ A a 2 o B o oll) <f < .

landuvesdle laduazidosnndlo lanannsagadunir Iddam IMiAaia OH stretching tas

. W . v
H-0O-H bending vibration u'la

1074 cm!
! — : i
3,500 cm'! sy i |
S 25:75
2 ) i
: ST q,\
= 0:100
= ™
- s e %
796 cm'!
452 crr’!

4000 3400 2800 2200 1600 1000 400

wave number (cm™)

o

1 = ~ aa A o~ ;Y and A
MW 4-5 FT-IR spectra 1033 10 lad SUZ-4 ndunsizd 18 lasldgamnmion 1danisn 2
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Suz-4 tfluwaﬂnmmwanmuﬁﬂﬂumsnﬁ 4-2 wmwmmﬁ'umug{uunmagwqumm

¥

a o o [ ia o
Nﬂﬂﬂﬂl“ﬂﬁﬂ]u‘lﬂﬂi%ﬂ‘lm 5.6-5.8 9NAAIOU uazﬁuﬁmmmw (BET Surface Area) ‘I:l’E)tJﬁQ

Y a

A YJaa :ly §7) §7) A J P [ a d a Aaaa
ma‘l%mammnﬂumwmeaumnmnﬂm luﬂﬂ"lnﬂﬂﬁ’fNlﬂi13Hﬂ30°ﬁaﬂ1ﬂﬂﬁﬁﬂﬂﬂlﬂﬂﬂgﬂitn

v
Y =2

Yy Jaa A a dyy vy o 9 Aa =] AAM Aa o
"lﬂﬂﬂmmicl‘mmmmmUm1ﬂ°um1°1nuﬂﬂtmﬂﬂ1ﬂNaﬂ‘nmlmﬂmmmzuwu‘nmml‘mz

¥ awv a [y r'd y; 9 @ I 4 1 '
UINNIT IAITUIYUDY ATLIAUU, 2550 1°lf‘lllﬂ']llﬂﬁ1J1uﬂ'ﬁﬁﬂlﬂﬁ‘]:ﬂcﬂiﬂ'lﬁﬁ SUZ-4 NuN

14

) a 2 ¥ a s A da o
WUBUDINAVINUUINUU Nﬁvlﬂmﬂﬂ“ﬁiﬂ‘ﬂﬂﬁﬂﬂﬁuagwuﬂﬂjﬂ1!W1$ﬁﬁﬂ\1

L i

=‘ a Y A g Ix) 4 ~ aa dy F)
ATTNN 4-2 WANTTAATIZHAUAIDI BET ‘Uﬂ»i“]iiﬂvlﬁﬁ SUZ-4 Naas1dIusan1anvmIsIv

dou:Fam Toa A199)

b 5, BET Surface  Micropore Total Pore Pore
BANIVINVIDIB I ) . / r
3 Area Volume Volume Diameter
908 : silica sol . 5 R ’
(m/g) (cm'/g) (cm/g) (A)
0:100 402.8 0.0768 0.6113 5.6+0.8
25:75 351.2 0.1081 0.4365 5.840.8
50:50 261.7 0.0812 0.2859 5.7+0.9

"t Method Micropore analysis, * MP Method Micropore analysis, ' SF Method Micropore analysis
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a o ' s ~ ¢y A
4.2.4 ﬂﬁ’Jlﬂﬁ1311;‘1]31»3!!218E)Qﬂll‘i$ﬂﬂUﬁ1ﬂﬂlﬂﬂ°ﬂTﬂqﬁﬁﬂ3mﬂiﬂd SEM/EDS

€
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'L’Nlﬂi13‘”blﬂll‘llu1ﬂll'ﬁ$§.1li'l\3hllluﬂﬂ¢nﬂﬂu %QNLﬁUN1NﬁHUﬂﬁWQNﬁﬂﬂ§$3J1il! 0.07-0.1

TuTaswas dmsud e ladanduasizrianms 14 BAsilica sol 11w 50:50 1% 1o ladwiia

e

a é \ W
o3 Tulen (Merinoite) ndntios Fuiludle lagniizysunamiuziiumiiousudlolad

=<

SUZ-4 ualitduruguinaaniniszans 0.4 1uTasmns (Nagase, et al., 2009) (MWH 4-8) 1

{ ; v 3 ' 9 a ¢ 4 oS~
T luami 4-7(a) Timundnifiglsisuudy uaznnmsinszialonies EDS ¥ 1o ladn

Fun51zn9nMs 15 BAsilica sol 15U 25:75 uag 50:50 Ha1 SiAl 15U 6.8 wag 5.8 MudIeY

aauana lua1s1en 4-3
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' a) 0:100 . b) 25:75

|- AccV. Magn WD AccV. Magn WD
| 20KV 30,000x  15mm 20KV 30,000x 15mm

i

AccV. Magn WD b— tpm
20KV 30,000x 15mm 5 i

M 4-8 dnpazzlsnvesdieladues Tulen (Merinoite)

ﬁiﬂ : Nagase, et al., 2009
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a 7 a ¢ d' 2y Y
AN 4-3 ﬂﬂﬂﬂizﬂﬂﬂﬁ'lﬂﬂliﬂ\i‘]ﬂﬂ"lﬁﬂ SUZ-4 NAIATIZHIINVIDIBIUD DY

nlesidunlagoznen

519
25:75 50:50
Si 24.75 23.88
K 3.02 3.79
Al g 4.4
0 68.61 66.96
other 0 1.12

A ~ ¢ a a o ° ¥ o ~
lu@Q%ﬂlﬂmIﬂI‘laﬂ‘l‘uﬂ SUZ-4 UIWIlﬂﬁlWUuﬂ"ﬂu']ﬂlﬂuﬂizﬂu’lﬂﬂu’]ﬂaﬂizﬂau‘n

ﬁnmﬁaagﬁgﬁunﬁa&umﬂaﬁ SUZ-4 maﬂizamm?luuag:;ﬂ K/SuzZ-4 lumssiwauday
oa 'l
4.3 wamsuannldeuleseuves Kisuz-4 Mulanzasiuled Tasl¥aleladadunsizioin
BA:silica sol 5L 0:100

e dumsuannliou lessusznie Tmmason k) Tulassafredleladru
Tanzaolules (cu”) Tavldmsiszaounsiiles luasa (cuNo,),) uuvasaoiiles uay
19 k/sUz-4 Hidunsizinndanm laa 100% Tuandsoiimioumsazawaotles luasaiil
anududuaiedu 4 mlaun mswsoumsazarastiles lumsalaotiUSunvesTans
aotedithy 2.3 2.8 3.3 uae 5.5 Wedudlanimindomousuhminvesilolad suz-4
(2.3 wt.% Cu/SUZ-4 2.8 wt.% Cw/SUZ-4 3.3 wt.% Cu/SUZ-4 Uag 5.5 wt.% Cu/SUZ-4)

431  msansziesnlszneuvessigrasnnmsuanilaoulosoudninios XRE
s o 's " @
(19 K/SUZ-4 NFun3 19N BA:silica sol 1ML 0:100)

msfnyinamsuaniaou lessuvasslelad k/sUz-4 TasdSuansitidosnldlu

a £ o 2
msasouiu 2.3 2.8 3.3 uag 5.5 wi% CwsUz-4 Geaoililesntilsy «2 (Cu’) amdhly
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v
=3

4 Y { o o ] a v
sanudoudy Tnunadounimingalssgay 1) vesdwmisegiiionlulaseasha
=1 o s + d . s v A a " @

Flo'lad (Inunamdon (k) wag aethtes (Cu™) Tvuiasadilesotnminy 138 uag 73
a o & a a + o Y L4 'l v Vllj
i lnwas mwday) Felnunadouiilszy +1 (K) ildaedules 1 lessudunson

= @ s @ 3 d d L4 o d

vanasudy Tnunadon'ld 2 Tessu auiuamnsanudesiuamsuanlasuneilinles
A 9y ° g o aa A

W30 % Cu Exchange Level 19910 2 x $1mauvesnsiilos/smuauvesegiition x 100 139

(Cu/Al) x 200 (Torre-Abreu, et al., 1999; Shichi, Satsuma and Hattori, 2001)
4 a d [ 1 4 ' aa ' aa .

HANSAATIZHUAAIAINT1N 4-4 FINUNTANDUADDYUINILY (SI/A]) UDI K/SUZ-4

uaz Cw/SUZ-4 eghdszunm 7-8 M InunaFouasegiiiion (K/AD TuurTduaaauaza
J a oA A 3 q a oSt -3

aonlesaesaqiiiioy (Cwal) TunldumuiudisdSnunsitesnlFlumsnisuunniu
(=] ' < ' g [ '

uaaslimuniimsuanaoulessuszninalanzasiiles (cu) dulnunaon () waza

A g 4 a S =l A 4 @ (]

Cu Exchange Level fiannnduiiedsinunethilesnldluniswsouniuiy (fod13ns
auaaaslumanuan ) Taof 2.3 2.8 1ag 3.3 wi.% Cw/SUZ-4 92 14A1 Cu Exchange Level
Y ' S o A v -4 o w

1B 100 11/B31HUA (Underexchange) ABBYN 75.26 77.34 waz 97.07 ilosisua amdiau

4 a A 1
waziidolSinaaetilesn1¥lumsiaSoaniu 5.5 wi% CwSUZ-4 A1 Cu Exchange Level 134
73 o s o '
105.37 1Wosisua (Overexchange) N3NAT Cu Exchange Level UAIWINNIT 100 (Overexchange)

uaaalfiuhiinedulesedlulasadedleladnnanidumisvesmsuanilasulooou

v
Y

auiuagllannlsununetiesilflunmsmioudlu ss wow cwsuz4 Redu
4 ' i

msiszaeuantilesesnlad (Cuo) ¥ululaseadre 8613'15Am M Underexchange fio1ves

waflumsilszneunsihilesoonlad (cuo) IRusuiiosnnTnunaFousglugnguves

F1o'lansadlumsonaensuaniaoulossu
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M7 4-4 Tacus19ves Cu/sUZ-4 (16 K/SUZ-4 Aidansizriain BA silica sol 1A

0:100)
Cu Exchange Level
Catalyst Si/Al K/Al Cu/Al
(%)

K/SUZ-4 7.05 2.69 0 0
2.3 wt.% Cu/SUZ-4 7.2 2.1 0.38 75.26
2.8 wt.% Cu/SUZ-4 7.94 2918 0.39 77.34
3.3 wt.% Cuw/SUZ-4 7.07 1.84 0.49 97.07
5.5 wt.% Cu/SUZ-4 7.15 1.8 0.53 105.37

[ o

432 MIuAEHInssadeves Cwsuz-4 (19 K/SUZ-4 NdunsIEHan BAsilica sol
" @ b A
U 0:100) AIBIATD9 XRD
a & Yy A P ' a
M AATIZR IASId3 19201509 XRD  Tasuaaslunind 4-9 wudnmsuanldou
[ [N} o 4 a
losoununsililes hidwwanldlnssadvvosdle'lad suz-4 wasuwlasly Taos XRD
A [ (] = o 4 ]
pattern iMUBUAUYDY  K/SUZ-4  uag hinviavesnsiileseenlad (cuo) 1singeglu
i a 4
Tassadwvesdlelad suz-4 sglsimunsiileeonlad (Cu0) o1vRatylulnseadis
L] 3 a = é =
18 uariieannlSununetiledoonled (cuo)  lulnseadiedloladtoonin auiy

ANVANTONATOI XRD a11130052950 14 (< 5%)
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(d)

(c)

Intensity

(b)

(a)

CuO (Massarotti V, et al., 1998) ] h

| SUZ-4 (Subbiah, et al., 2003)
| 11 11 Ll AT

=l |

MNN 4-9 XRD pattern Y93 Cu/SUZ-4 NSauns Inaanedilosa1ae a) K/SUZ-4 b) 2.3
wt.% Cw/SUZ-4 ¢) 2.8 wt.% Cw/SUZ-4 d) 3.3 wt.% Cu/SUZ-4 Lag ) 5.5 wt.%
Cu/SUZ-4

@ o

a ' ] [ <
433 m3amsieinyilendues cwsuz4 (14 K/SUZ-4 Nduns12v9In BAsilica sol
' v Y A
(M 0:100) AILIATOI FT-IR
A o . a <Y A | s o (== a 4? ~
1911 Cw/SUZ-4 31A312MAI0IAT03 FTIR AININA 4-10 WuNUHARatuinwe1)
A 0 A v g o = (4 . £
AUUTZINY 3,500 1,670 1074 796 582 Hag 452 em” FudunifladdFuvesdlolad suz-4 ¥
AN WML 3,500 em’  WlunyiladFuves O stretching vibration A8 TN VDA
4 [} { @ =) (4 [}
cuoH), N hi'lddh T uanndou lessusu Tnunadonlulassadreidloladswegds uaz
aptilesoenlad (Cu0) ifafinfidiunua)szun 410 500 1Az 610 cm' (Ardelean, Cora

' ] a [ 4 ' 4
and Rusu, 2008) MnATHnwI hitlsngiinvesnsillesesnlea (Cuo) udernaziinotilos

o a dy @ a 4'1 [
?Jﬂﬂ'lclfﬂ (Cu0) mmm’lu Cu/SUZ-4 ‘UNGI’JIﬂUmWW‘YI 5.5 wt% 11839910A1 Cu Exchange
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' J d 4 ) A = Y a ~ d 9 4 o A
Level 310071 100 Lﬂﬂil“lﬂ‘lﬂ lmLll'ﬂmU“lJﬂ‘lJ“lJi1]1&11‘15?6"lﬁﬂllﬁ’lﬂﬂﬂlﬂﬂiﬂﬂﬂq%ﬂ (CuO) Ny

USuadooun w39 FT-IR 39 luamunsonsinda’la

3,500 cm'! &) 1074 em™ | “se em

\/— N

d)

<)

b)

S
o

% Transmistance
/
/) )

B = B :
. 1
o N\
796 cm!  }
1,670 cm!
452 cm'!
4000 3400 2800 2200 1600 1000 400

wave number (cm'')

MNAN 4-10 FTIR-spectra Y84 Cw/SUZ-4 Nf51nams Inananedilosaiee a) K/suz-4
b) 2.3 wt% Cu/SUZ-4 ¢) 2.8 wt% Cu/SUZ-4 d) 3.3 wt% Cu/SUZ-4 uag e) 5.5

wt% Cu/SUZ-4
a o’dy Aa a Y
4.3.4 MIWATITANUNAD US1Asgngu uazvinavesgwguues Cusuz-4 (14 k/suz-4
A o ' . " @ 9 )
NFUAIIZYIN BA:silica sol 11101 0:100) AI0IATDI BET
INANH 4-11 UM suaAINIINTZeMIYBIgNIUIDI Cu/SUZ-4 Aimsuanitlaoy
deiq ¥ a : . -
looouTasastlesh1Flunsimion (% Cu loading) 114 2.3 2.8 3.3 uAT 5.5 wi.% Cw/SUZ-4
- a 4 1 @ { ] a
Tasnnulesiduans Inannedesez ldmimsnsznoarvesgngueylusiuay uaziivuia

] 4 Ve @ & 1 Aa a
durugudnarsgngueg 5.7-5.8 seansew FANunAg USuasgngu uazvuiaveagngy

¥
Y A

uaad 13 umsen 4-5 msuanideulessusulanzastiles (Cu) Huur I IdAUNR

a ] - ‘3‘ a 4 a P
wazdSasgngulugaelulasmes (Micropore) thuundu Taomndumulsmunedilosn

¥
a

1 lumsinson Tagh 5.5 wi.% Cu/SUZ-4 HRUNRITUWIZINNNGAND 398.3 m'/g



0.0200
0.0150 - é
?n 5:-’%
) pitd
> ik
9 :
g 0.0100
3
(=]
3
Q
} )
(=}
Ay
0.0050 A
0.0000
0 5 10

MUN4-11 A3 MINTZaedIveIgNgUYes Cwsuz-4 (14 wsuz-4 #

BA:silica sol 11101 0:100)

20

25

—8—2.3 wt.% Cuw/SUZ-4
—&—2.8 wt.% Cuw/SUZ-4
—>=5.5 wt.% CwSUZ-4

=—¥=3.3 wt.% Cuw/SUZ-4

Pore Diameter (A)

[

AUATS
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msnﬁ 4-5 wamﬁmswﬁé’wm?m BET 493 Cuw/SUZ-4 (‘1‘%’ K/SUZ-4 ﬁ uﬂlﬂﬂ%ﬁ{mﬂ
BA:silica sol 111AU 0:100)
BET Surface Micropore Total Pore Pore
Copper loading ] 1 g 5
Area Volume Volume Diameter
(wt.%) , : i
(m/g) (cm'/g) (cm /g)
2.3 3419 0.0738 0.5199 5.840.8
2.8 300.9 0.0861 0.3965 5.7+£0.9
3.3 345.2 0.073 0.6641 5.7+1
5.9 398.3 0.0846 0.6885 5.7+£0.9

"{ Method Micropore analysis. * MP Method Micropore analysis, ' SF Method Micropore analysis
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a d ' = L4 A o 1w
435 maunserglievesdle’lad (14 K/suz-4 fduasizrian BAsilica sol i1y
0:100) AIBATDI SEM
@ ' =2 ; A o s v 1 a3 J
ﬂﬂ‘HﬂlZEﬂﬁ'NWﬁﬂ‘UﬂQ K /SUZ-4 uag Cu/SUZ-4 TI’L’NLﬂi1$ﬁﬂﬂﬂﬂﬂﬂﬂ!$t‘ﬂullﬂﬂﬁlu 1419
Ao 2 da " A Iy a &~ o
K/SUZ-4 NﬁﬂﬂﬂlgﬂlﬂﬂWﬁﬂﬂ!ﬁﬂﬁﬂ'ﬂcﬁiﬂqaﬂ‘ﬂﬂ'll‘lﬂ'ﬁL!ﬂﬂlﬂﬁﬂuqﬂﬂﬂu PINBDUNTIALAN

@ ~ L4
ﬂszmtlmuaztmzuumiﬂvlaﬂ

0, -
o b) 2.3 wt.% Cu/SUZ-4

AccV. Magn WD ] AccV. Magn WD f————— 1pm
20KV 30,000x  15mm 20KV 30,000x 15mm i

) 3.3 wt.% Cu/SUzZ-4

< AccV. Magn WD AccV. Magn /. WD
+ 20KV 30,000% 15mm 20KV 30,000x 15mm

o

AccV. Magn WD 1 1um
| 20KV 30,000x ISmmv

e

M 412 Anvaizgilsenes K/suz-4 uag Cwsuz-4 (4 kisuz-4 fidunsizinn

BA :silica sol 1101 0:100)
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U/

4 o ¢ dat ¢
4.4 wamsuandasulessuves K/suz-4 Mulanzaeithiles Taglydlelanndansizriain
BA :silica sol 1D 25:75
4 ' Y o
wansuanlaou leesusgn e Iwuna@onlulassadealolansulanzaelilos
{ o I'd " 4
Taoly K/SUZ-4 NFUATIZHIIN BAsilica sol 19181 25:75  Tasldarsiseneuasiules
" o a o 4 " @
Tumsa (CuNoy),) Wuumasvenstnles TasdSinamsaethlesaldlumsmssufy
) ) g - s olld -y Ao ¢
2.3 2.8 3.3 uaz 5.5 wWoesua lagiimiin wudelrdunuandeouves K/SUZ-4 Afuns1ey
a - o v 9
NNAFAY 100 1Wosua 1uiive 4.3
INNNN 4-13 HARINIINITTIWAIVDITIARIIAT DY X-ray Mapping Tagyaddmunona
' a VoA a oSt 9 = 3 o
nquaazria wuinilelsuanedidesnlFlumamionuniusznueynavesnethilos
@ [l o 4 " 4 a P =
nszawiegludleladmniunaznuiuiiedSinamethlesnlFlumsmson Wy 5.5 wiw

] [ 9 d? A

(=] 2 o ~ a 4 4
wiuyaisegsumuiiugaiiduiiu sedadumsdsenouneiilooonlas (cuo)

U

¥

A @ U Y ] ) = S A AM a
W3ooyninvesneilies lessu (Cu) Tunquianaleg lulassadwuesd e laanseniuin
= o
#1o'lad

d' a d |1a Y " - [ 1 aaa 1 []
W NATIZHYTIIUF19AIY SEM/EDS WU SI/A v s Raserzeglugg
a s 3 4 a P - -4 [ {
5.6-6.8 uazlsuandulosuinvuiislsinanotilosn 1 lunisns sunnty saa1s1af 4-6
A o 73 o 4 s : 4 o
vazieiudmlesisuamsuanildounstiles (% Cu Exchange Level) 98 1uami91n
° 7 o a o A '
2 x mmu"laa'emmmﬂaﬂmmmmu"laaaummagmuuu x 100 50 (Cw/Al) x 200 Tagan
Y ' d d P ) [ ] A a v
Cu Exchange Level H08A71 100 1Jo31auA%90¢ 11939 Underexchange Fatianuinelalums

ﬁ1ﬂ€]ﬁ§tﬂ (Palomares, et al., 2000; Torre-Abreu, et al., 1999)



Al Si K Cu

(a) 2.3 wt.% Cu/SUZ-4

Al Si K Cu

(b) 2.8 wt.% Cu/SUZ-4

Al Si K Cu

(c) 3.3 wt.% Cuw/SUZ-4

Al Si K Cu

(d) 5.5 wt.% Cu/SUZ-4

4 A o g
MNA 4-13 MINTZIWOYNMAVDIFINVDI Cw/SUZ-4 (19 K/SUZ-4 NdansizHam

BA:silica sol 11101 25:75)
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o

4 @ 1 ~ s ' @
M50 4-6 dadus1Ves CwSUZ-4 (14 K/SUZ-4 NdUATIZHIN BAssilica sol 1Ay

25:75)
Catalyst Si/Al Cu/Al Cu Exchange Level (%)
K/SUZ-4 6.8 0 0
2.3 wt.% Cuw/SUZ-4 5.8 0.33 66
2.8 wt.% Cu/SUZ-4 5ul 0.33 66
3.3 wt.% Cu/SUZ-4 5.6 0.39 78
5.5 wt.% Cu/SUZ-4 6.3 0.43 86

a a a d
4.5 wamsnaaavilszansmnmsaamaluninssnlasa

) a aw t:y (24 a 4 o [ a A
ﬁ'lﬁﬁﬂ\i'lﬂ')ilﬂul‘ﬂufﬂiﬁﬂﬂ‘l“]flluﬂiﬂ'f)i)ﬂvl"]fﬂ (NO) Tmmaauf]ummwymaﬂm%m

=

] a a a
loidusosuazavziilSurmoonduuinnune (Lean-NO) lunszuiumswlndives

a A g v

:g J 1 dy a o 9/ ° (74 a 2 9y 24
omdsliasasidiuvetemaaaoimasge ldlunssiassmansidesdlounisy
a v aa o Jd ~
pondaudn 11Ude Tavezldlalasiou 1) Wud?3ad sendsenouvesiaildluns
= ~ £ aaa P 74 a
NAADIAD NO 0.025%, H, 1%, O, 10%, He balance F1l§senmsulasunlasime luasneen
.. . ;
IyauaaInsaunIsh (4-3) wazaun1sn (4-4) (Costa, et al., 2007)

2NO + 4H, + 0, > N, + 4H,0 (AH®

~573.7 kj/moINO)  (4-3)

2NO + 3H, + 0, - N,0 + 3H,0 (AH®

~411.9kj/moINO)  (4-4)

=1 a a (74 a 4 ] a a
NafﬂﬁﬁﬂB'l’LI53fﬁ’lﬁﬂTWﬂ13ﬂﬂﬂ‘l“lfleWSﬂﬂﬂﬂvlcﬂﬂ ﬂ1u15ﬂ!lﬂﬂlﬂuWﬁﬂﬁzﬁ'ﬂ‘ﬁﬂWWﬁ]ﬂﬂ

@

b4
FusalgnsvivesileladnouInaauazvdslnaaneiiles asil
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4.5.1 msfnyszAnSnmvesdausalfise k/suz-4

[

- a a @ aaa A '3 dy
4.5.1.1 msfAnymamInaaeulszdninmussdusalfisnndunszinntig

¥
FIUDBY

[

s:i Hq Y =2 = = @ ' aaa a L4 clwsl
A1919N 4-7 ’dﬂ1337\1%1uﬂ13ﬂﬂ'ﬁ1ﬂ5$ﬂﬂﬁﬂ1wallﬂ\1ﬂ')ﬁﬂﬂ§]ﬂﬁUTVI UATIZHIINVDIBIU

20y
Catalyst K/SUZ-4 (BA silica sol (AU 25:75 1ag 0:100)
Sample weight 03g
Reactor 0.7752 cm.id. stainless steel tube
Bed length 4 cm
Volume reactor 1.89 cm’
Space velocity 6.356 h'
Temperature 600 °C
Pressure 1 atm

el KiSuz-4 7

w

' " @ @
AUATIZHIIN BAssilica sol 11101 25:75 1lSeuneuny

@

B ~ s a sd o . ' W A qu
K/SUZ-4 NAUAIITHINNAIILAY 100 L‘lJ’fJﬂ“Iﬂlﬁ (BA:silica sol tM1AU 0:100) ‘W‘U'ﬂmah

[

A s a S d dq Y = o a s
K/SUZ-4 NaAT1$1NNaIsial 100 lﬂﬂil“ﬁuﬂ 1‘}1ﬂ1ﬂ‘l‘ilﬂﬁﬂullﬂﬁﬁﬂ'l“]fulUﬂiﬂ’ﬂﬂﬂhlcﬁﬂ

@ s

. Vo s d o A qu =
(NO conversion) v¢agniszuim 5042 wlesisua uaziilely K/suz-4 Adauasizvnn

.
I "

BA:silica sol Lﬂu 25595 f‘ﬂiLﬂatjuuﬂﬁd‘vﬂﬁf%“lf'lu{ﬂ?ﬂﬂﬂﬂvl“]fﬁ(NO conversion) NYINT

A a gy a = o a s s 3 o
ﬁ’lilﬂiJ‘lJiT;I‘Vl‘ﬁmﬂuﬂUTﬂUNﬂWﬂﬁl‘l]ﬁUuu‘]_]ﬁQﬂWW"lUﬁSﬂﬂﬂﬂ‘lcﬁﬂﬂizu’lm 57.89 ulasmmm

¥ i
S A =

> I o N ¥ - c =
Wetliosnndleladnduns 1218910 BAsilica sol 1Wlu 25:75 figm

@

Y A [
nuazlndifeany

= o A o s a Sd o
“Bii’)vlﬂﬂ SUZ-4 NEAIZHINNAI5IAN 100 lﬂ@’il‘lfuﬂ
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100

0
()
1

o
=
\

— e s e ——
e e e - - -——-

b

= |

=)
1

N
(]
1

NO conversion (%)
i

() L) T ] ¥ I T

0 10 20 30 40 50 60
time (min)

3 /3 o $ a ¢ A
and 4-14 Wesisuamsnlasundasma luasaoen lad Tavld K/suz-4 Adunszian

BAsilica sol Wiy 25:75 uag 0:100 iiludnsafise

4.5.1.2 msfnyHavalsinudusnlgnsn K/Suz-4

¥

NueiAnuUSnaansalgnen Feluaioiiannsofuamm space Velocity
sv) nnlSumdasal§asminaouly FaiinarerSinasvesdasalfasulunios
Ugnsal Taosnmann a3 Inavesmadeyinasveansealasal daaumsii 4-5)

SV = Volume Flow Rate of Exhaust Gas/Unit Reactor Volume (4-5)

m31en 4-8 aanzilslumsanylSunudusalgisen k/suz-4

Catalyst K/SUZ-4 (BA silica sol 11U 25:75)
Sample weight 0.2,0.3,05 uaz l g

Reactor 0.7752 cm.id. stainless steel tube
Bed length 2.7,4,6.7,13.3 cm

Volume reactor 1.27,1.89, 3.16, 6.28 em’

Space velocity (SV) 9417, 6356, 3795, 1912 h'
Temperature 600 °C

Pressure | atm
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Y |1 @ " aan [ t:’ a = & E4
TaglH/5umans snse 0.2 0.3 0.5 uaz 1 NFUNYUNYN 600 BIAUBATY FIN5 1%

Q Y

’
I J

ausalfnser 02 nu Ida1 sv wnfiga mauaasaenImi 4-15 wududedSumd s
aaa l I 3 4 a 4 a
Ufasoanasdiwalinlesigumsulaoulasmaluaineonlad (% NO conversion) fif
1 7 d' ¢ d" J J 3 l:' a o dy o Q’J’
amauguiy Adluguiimsizim sv ety Tasiluawideiniuqueasims lnaavua

9 [] L4 2 a 4 o o 9 Y V) 3
paziduAIUgUINA N YBUATBIURNTAL (Reactor) AL 3T IVANNEIVBILATBYAY ALY

[ v @ ¥

~ @ aan g
Tomanmezdudanudus alfisoniosas

100
30
<
o =060 5
2
5
>
=
S 40
@)
Z.
20
0 T 1 T T T
0 0.2 0.4 0.6 0.8 1 1.2

K/SUZ-4 (g)

~ a @ aaa ’ 3 o ci [7J a P .
MNN 4-15 HavoulSunadusalgnsndenlesisuamsnlasumlasia luasnoon laa
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4.5.1.3 msnnymavesguniilaold k/suz-4 Wluduswljisn

b4 ’ E4
oF I a

It lFanslfAser K/isuz-4 0.3 afu AnyINguKMANA1 AA 200-700 BIFN

= [ =‘
LHUFYE AINI1T NN 4-9

= & a
A1INN 4-9 ﬁﬂn:w‘h’f"lun”ﬁﬁﬂymammqm‘nqu

Catalyst K/SUZ-4 (BA :silica sol ﬁ’]u 25:78)
Sample weight 03¢g

Reactor 0.7752 cm.id. stainless steel tube
Bed length 4 cm

Volume reactor 1.89 cm’

Space velocity 6356 h'

TFemperature 200-700 °C

Pressure ] atm

¥

' A a 2 14 a I ¥ d?l P
VInmsanyIMuINllegun gl gaiudsaaamas luasneen loa launiu Tash

a o aaa a 9 a 74 a J
gamniimsil§se 500 uaz 600 ssrmsaFoass IdamsasundasmaTuasneen laa

a Vet =1 o o w o ~ J
(NO conversion) magoyn 40.51 ag 57.89 l‘ljﬂ';l‘]ﬂ‘lﬂ AWAIRY AINTINN 4-16 Iﬂﬂfnfnﬁ

]
= a

= a Jd ~
nlasunlasiasluaineonlad (NO conversion) szunfigafigumgil 700 ssruwaFed Ao
' sd ¢ aa a o Yy =
pgNUszum 86.62 1lesisua uanguMgll 200-400 sarwaEed vz 1A msnasuuilag

(24 a J ~ 5 ° ' a |a Y =t [ L =
voama luasnoon laa (NO conversion) mndaziilsunalndifosdu Asainsuasuunilas

4 a J 3 ) o Sl Y e A a
mm"lumnaaﬂ"lcm (NO conversion) agndszum 16-23 1osisua MNRUIUDINNYGUN DU

2 s q9a 2 ~ o v 23 Yy o a St @
Qﬂluﬂflﬂlﬂﬂﬂ'lﬁlﬂﬁﬂu'Vl"llf]\iﬂ'l“]fvlﬂll'lﬂﬂlulmmﬂuﬂ'liﬂﬁZGI‘LIﬂ]‘lvluﬂiﬂﬂﬂﬂvl“ﬂﬂﬂi)‘ﬂﬂﬂmﬂ

9

e

v [ ¥
agignguvestlelad vinalfisonlasuilumalulaswu ldnniiu



72

100
L 700°C
80 -
)
g 60 - 600°C
o= atk e
(7]
ey
)]
>
=
3
S 40 1
z.
200°C
20 A
400°C
() T T T T ]
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