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THITIPOB SIRISOONTORNPANIT : CATALYTIC DEHYDRATION OF
ETHANOL TO ETHYLENE USING SUZ-4 ZEOLITE COMPOSED OF
RICE HUSK ASH BASED SILICON DIOXIDE. THESIS ADVISOR :

SUPUNNEE JUNPIROM, Ph.D., 128 PP.

RICE HUSK ASH/SUZ-4 ZEOLITE/CATALYTIC DEHYDRATION/ETHANOL/

/ETHYLENE/ENERGY INDEX

This work studies the catalytic dehydration of ethanol to produce ethylene
using a SUZ-4 zeolite catalyst composed of rice husk ash-based silicon dioxide. The
study involves three main parts. Firstly, a hydrothermal technique was carried out for
synthesis of SUZ-4 zeolite. The prepared amorphous rice husk ash-based silicon
dioxide was used as one source of material. The effect of the molar ratio of rice husk
ash (R) to silica solution (S) of OR:100S, 25R:75S, 50R:50S, 75R:25S, and 100R:0S,
the time under hydrothermal conditions within the range of 1-7 days, and the
hydrothermal temperature of 120-150°C were investigated. The catalytic dehydration
reaction of ethanol to produce ethylene using prepared zeolites was tested in the
second part. The objective of this part is to observe the effect of the variation of the
reaction temperature, ratio of catalyst weight to molar fed ethanol, time on stream,
and cycle time of catalyst regeneration on catalytic activity. Then, the preliminary
study of process simulation was applied to ethylene production in a commercial scale
coded using the visual basic application (VBA) in Microsoft Excel.

From the experimental results, it was found that the SUZ-4 zeolite is formed

from all molar ratios of rice husk ash to silica solution under the conditions of



hydrothermal processing at 150°C for 4 days. All synthesized SUZ-4 zeolites have
structure in micropore, weak acidic surface chemistry, and needle like crystal
structure. The condition of the molar ratio of 50R:50S gave the SUZ-4 zeolite with
the highest of SUZ-4 crystallinity and micropore volume. The molar ratio of 50R:50S
was tested for the effect of hydrothermal time and temperature. It was observed that
the SUZ-4 zeolite initially formed either at the condition of hydrothermal time of 2
days at a temperature 150°C or hydrothermal time 4 days at a temperature 130°C. In
the second part, this synthesized zeolite was observed to be the optimum catalyst for
the catalytic dehydration of ethanol to produce ethylene at 300°C, with resulting of
conversion of ethanol 99.75% and yield of ethylene 81.28%. The optimum of the ratio
of catalyst weight to molar fed ethanol was found at 4.69 gcar/mmolggano.min™. For
the extended reaction time, 65 hours, there is a 18.03% reduction for yield of
ethylene. This used zeolite was then regenerated and further used for 4 cycles and
total time of 129 hours, resulting in the yield of ethylene decreasing to the range of
70-80%. The result of process simulation for an annual production capacity of
ethylene 200,000 tons with a specified conversion of ethanol 90% gave the energy

index for the reactor section of 1081.34 kcal/KJetnyiene:

School of Chemical Engineering Student’s Signature

Acadmic Year 2016 Advisor’s Signature
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A = J a 1
137190 2.2 mumgw;umewie"lamuﬂmm (Gates, 1992)

Zeolites type Number of oxygen in the ring Aperture dimensions, A
SUZ-4 8 4.8x3.2; 3.8x3.0
10 5.2x4.1
Chabazite 8 3.6x3.7
Erionite 8 3.6x5.2
Zeolite A 8 4.1
ZSM-5 10 5.1x5.5; 5.4%5.6
ZSM-11 10 5.1x5.5
Heulandite 10 4.4x7.2
Faujasite 12 7.4
Zeolite L 12 7.1
12 7.0
Mordenite 12 6.7x7.0
Offretite 12 6.4
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Nanuauiuyy s ldinamslasuudasiiunszuiumslalas lage (Hydrolysis) uag
N3ZUIUNTAIVLUUY (Condensation) Tugausn namslalas lagavewuvanay Tagoglugil
4 a 4 % I 1 [
o4 T TuIND3 (Monomer) 11az 19a Intuas (Oligomer) 4t1119ah 13ita@D 5 (Unstable gel)
A o A A A A ] o ¥ A A v A o
iesnngamsnlasunilasaasanal vieiseniniunasdugiu MNUUEUNINTIAGEIAD
1 o Y J Z = I ~ 49! A ~ 1 = =
Tvd M1 ldesadsznoulunaiy Tanwdusziboun1niu vieiSeniuvanuanes
= ' A 0 o v A ~ ° Y a ' = '
(Metastable gel) Fuiludrunianudiagedisoslumsmienildnansnenan ualu
g @ a [ I ~ 1 = l { aan
an12zil §3e1115010AN13 Condensation nav Tifluvan luiateos 1deg Tasnlfnsen
a ?.’, o { 1 a 1 a I
laTas lagariu vzl ldTassadenison Insead19lgugil (PBUs) szdanaliinaiu
A13232190UAB870 (Supersaturated Solution) Az 1MURNTEINIAIVUUUILINANTIVAD
a a I a a . I @ g}/
wosInseadndgugilinadulnseadunaeni (SBUs) Feaznaiadudiasdu (Precursor)
a =3 = 4 2’/ a A a = . ?_, dy =
lumsinananves® lo lad voavuaouns35UNANGN (Nucleation) LLALTUABUMTIABINAN
o w 1 I [ 4 ¢ o

(Crystal growth)  Iud1avuaely wazwimilunisdunsizvidlelad Ndesldarsivua

a

[ Y v
TA59a319 (Structural directing agent)  na lnnavTu szinamsmteni i lassaialgugd

QU

v o W ] A g o 9 A Y 1 Aaaa ==
HRUAINUBYITDU) Tﬂ\lmﬂﬁﬂlﬂuﬁWﬁﬂWﬁuﬂIﬂﬁﬂﬁﬁTﬁ LJJ?JL‘lﬂ’gﬂ{]ﬂﬁﬂWﬂ?iﬂ?ULlHH%ﬂNﬂWﬁ

a a

o 1o a g ° g {
Foadlni dldinadlulassadandsglidensevmsmvualaseadniu vinfinarin 1d

U

uaas I uusudadagili 2.5
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Silicate particles cluster around teraplate
raolecules to forra Primary Units.

$i0,.ALO, Gel —
]
T Nuckation

$i0,.AL0, e

Unstable Sol-gel

Si0,.ALO, .
Zeolite precursor
Metastable Sol-gel

Nucleation
Zeolite Nuclei
Si0,.ALO,
Stable Sol-gel Crystallization

Zeolite crystal

9
%

A a é' = 4 [ L) J = o 9
E‘IJVI 2.5 mum@umimﬂmmlaw%llaﬁL!,azm'immﬁwﬁﬂ@”lammmlmimﬂuﬂiﬂidﬁin
a . . .
(YoyLay L‘Uﬂ‘lf’h, 2554; Zeolite synthesis, ’o’ou"lau)

9
Jd o Y 1

' < =< = s a X o = ~
9619 l3naw wand 1o ladgMinavuainmsdunsiziiu dweglumanudios
RIGEINSIRE

FaniTadeou

).

=® o a d‘ Y a
(Metastable phase) ﬂ\?ﬂﬁﬁ?ﬂ?iﬂlﬂﬂﬂ'lilﬂﬁﬂquﬁllﬂ Tﬂawammnamagqmwgn

e

mlumsnlasuuilaslduantinnuadesnii (Breck, 1974) uaaMiioan
= A 1 @ I Jd Yy 9

pnunue Naranen1sdunsznd lo lad wu anududuvesaisazais leoouninves
Tavz 90918945z HINTANOULAZ DL QUINEN A1 pH gUKN ANAY LazFUAVDIATS

mvualasaadna Wudu (Bhatia, 1990; Yang, 1997)
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4 @ [ I o
psnsznouranlumsdunsizyidlo lad
v 9
1. unasuesezgidlon Taena ez ldasasdudiwanInfenozgiiuag
a S A Y aa 3. 9
azgiuenn luq wieldnozgiiition Tavase 1udu
1 an < a Jaa d' 1 ]
2. unawwessaneu Tagna livziionldganineglugilvesarsazats wu
= an A aa Y 1 v dyal IS
TyReummFama mua laaa niedan Teagdu $anauniiGuling
Jaa [ d%l
lgganmluguuuvedannyu
1 9 1 1 1
3. unawwed leveuuanlulaseadne wuleveuvinvesTaney 1 uazy) 2
{ 4 { o
noglusdvevisznevlensonlad venviniideainisaldain
4 ]
a51sznoven s nsemnaoveslaveny 1 uaz 2 1a
A ' a A A (=]
4. asadoug 1wy sdszneudunsd nawsouananiulessunan

o Y o g oA ° ¥ 1
Tinumald delinihnlSeuaiouarsmrualaseai1e (Template) 13U

waszienauey Tudionlansenlud (TEAOH)

4
225  asldaudlelan
= ¢ ) ' ) o A wa 1
FTo laagnldanediandnurenurategaanns sy iesninautiamu
Aua1e 1w autia lumsuanlaeuilszq (lon-exchange property) A1MaWNTa TUNMTgAFY
H Y
(Adsorption capacity) ﬂ’JHJUENUl’JGI,umiLNﬂQﬂiEﬂ (Catalytic property) NANUANNANINIUY
Y
ansoutamslFaulagai
IR o =
1. m3 193 7o ladidluduanlasuilszy
= 3 a 2 oad s A
Tnseadwvesdle lagaunsoninsanlmiuaiodning lan ilesand
1 =] o ]
UszquanvesTanzimzogluvealaseadevesdlo lad audlunisimeziuedianaiug msiz
v o & n Y g U & 9 [ . o =R 9 A A
aniuiu TdlaiduaunisvesInseed1anan (Pfenninger, 1999) udaniounvzuanilasu
[ a 4 4 ] [ Z}, Jd W 4 J ] )
Uszq nu'lessustiaduiongluaisazats auiunmsdszgnanannisil aaulngaziilyly
Y { ] 1
AUNITAAAUNTZAIIVDIUT (Water softening)  1as Tanzdan1 lanloglulaseadrc wu
= A =\ = o A o Y %’ = 9 ] = A
TaRen Wi Inunaiden uan)asuiszyny Tane M IMNLANUNTZA B uAAITEY 13D
S A
LN T
J 3 @ 7
2. ms 193 1o Tadiludagad
S 1 ! o
1nlassadvesdloladgnnelulsznou lddreresinanioTnse hld
= 1 9 [ [ = v < A Y] 9 =
FToladnoudnaTaamulumsandss Tuana sawdenmsnninursegady Tuana 13neludn

9 o ° L ' A A £ » Aa
Ay "]f\ﬁJﬂ”lﬁu']]l‘]J‘]JﬁgQﬂﬁiu‘WaTﬂQ@ﬁTWﬂjﬁﬂJ WU MITINNANVUIFNTUDIUNTTITNYIN
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vaglunszurumswanvesgaamnssuilIasiall (Pfenninger, 1999) 1¥ludiunanoondiau
o a 4 [
Tulasu vazlalasnu  1Flumsgaduloszmevosarsounsd 1¥lunszuaumsiild
4 . AYoy o A @ :&1 A Y A a 4 ~
1A (Drying) N39nnulurevesigagannudu wieldlumsmivanuuignsveseniuoan
M yq ¥ ' 2 ¥ A A ' 3 v
nan'ld 1dgani19e Azeotrope TasAstiMimanogeoniinenivea Wudu
o o I @ 1 Aaan
3. M3 Te laduniludusalgnsen
A &' [y [ = 4
AuiiloaninanuausolunsgasunaznsAnass luanavesd e lad

o Y = o 1 3’; o Y ~ ] 1 Y
mlndTlo laatianusumzasyuia luanavesasuug ldasignaaduegizgnnizd

U U U U Q

J A 3 A

' 3 4 a 2 I a ' £
(Activate) l@drevuioguungiigaiu nFovailowiluljnsaiafiviaaniioglunsaiv
2 v g v oA 2 A o " v oo o . .
(Auerbach tagaue, 2003) ga'l1naiu tgfmﬁgﬂcnmﬂﬁuwml,mmﬂwum (Active sites)
A (% Ao Y a aaa A . . =~ J =~ A
paglinwasaunlglunmsinal §nsenimiuigan (Activation Energy) & 1o lanzliquiialu
1 aan Y = n'glz =1 A < o 1 aan 9 1 = 14
matsalfnsen’la dleladuu Jauialumsdluansaljnserldvarelszon wu 3Tolad
{ wa o = I A wva =~ oA
Alauiailunsa (Acid site) @ 1o ladgnanaiailuua (Basic site) % 1o laaniasdsznau
a g A o ' & X Y ° 9 o o J
iFFouved laneniussuegnielugugu asuegnumsii ll1dau dwmsumsidszyna
= o 9 I 1 aan < % Y
310 lad lugaaivnisy wu'ldmnnumsiselfnselunszurumsnautiniuuaznszuau
naan19l Tasiadl 1w 14 1uns2ua1n13 Fluid catalytic cracking 118% Hydrocarbon cracking 1i®
{ s o d 4
naeulaTasasveuTuananindulslasmsveu luanann
A ' Y o J o o o 4 A ' 9
vinfinanuuudle laadeansadundszgnalugiuous wu ol
manbas Tasmsauadldluauimhmamglgn sildewisoanlsuamsldieadld
4 < [ 1 a ) J a ' 1 1
iWesnnausanunnilegluaulduiu i ldny a4l Teminnileluduldedruaun

a

< Y 1 o o a a 1 I
i’f”l‘JJ”Iif]Lﬂ“]Jﬂﬂﬂflhlﬁjiﬂﬂﬂ’n 80% !Lﬁ%ﬂﬁﬁ'?ﬂ”liﬂﬂﬂ%ﬂﬁ?'iwy@ﬂﬁ}Niuﬂu Faan NV UNY

=

{ [ [l 3’/ ] ° A 1 %‘
Idaunliaunguinansandisveseainvaazeaiwas dnnaseildauiiuge i

fuan 1dde (Thinkplus, 8ou'lal)
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= 4
23 Folaawiia SUZ-4
= J A A 2 . .
F¥Toladwsiia SUZ-4 M50 SZR H4601191N (Sunbury Zeolite with sequence number
s a Ag 7 o 7 o ¢ aAs aa
four) & 1o'ladxtiathiludleladn ldvinnisdunsizd iJuesdlsznouvesezgii lugama
(Aluminosilicate) ¥3Anan Iae Barri 14Tl 1992 nagaadnFiias luuin U5 4N British Petroleum
o w ) v A d’gd 9 A + . 2~ 9
e dmiuaTe ladll UgasTaseadwmaniin K',ALSiL,0,, 391 Inseaduneluilsznon
ld&2e 2unauriia 56 8 uaz 10 pzAoy 1Al IATIA319UDUT0II19HTDINTU (Channel)
a I @ = 9
Moty 1N1IUFA 10 uag 8 azaoN 1Wunan 1azdilInsaas 1y TN (Cage) YUIA
I a dy Y = . Y o = 4
ANAATUAIG FI51891UUDI Asensi LazAm (1999) lamuimuiagnguneluvesdlolad
Y
FHAT VINVUIAVDINUHIUFHA 10 1A 8 0LADN UANNINY 4.2x5.4 A 1Az 3.5x4.8 A
o w 2 W =~ J 9 = d a =1 9 2K o A J a
MudRy F36anudnd Tnseadwvesdle ladwila SUZ-4 Hnnuadiendenud e ladatia
Y
FER 1390 Ferrierite (Zhou LlagAaIg, 2012; Lawton azaniz, 1993) TasInseard19u0q FER 1iu
A ] Aa A 9 Aa I o ] o =
Hyeesameludeiia NisznevulUdreraumiusiia 10 uag 8 ozaon Wunansunu uagll
YU ldanmsmiuin 1ndiReesny (Lawton tazamy 1993) ouaaalinle
3 1 =y Jd a o 4
wndu Tnseadedosvoad o ladwiia SUZ-4 naz FER Iariuaue 13lugda 2.6 TasliTass-
9 Aaa o ~ 1 1 = Jd a
A59AWNAVDI SUZ-4 9317 2.7 (Lawton tazAmz, 1993) 1azeoa719m1e luvesd To ladwiia

SUZ-4 93109 2.8 (Lukyanov HagAmg, 1999)

EhNyC

SUZ-4 Ferrierite

~ Y 1 v = Jd a = J H .
gﬂm 2.6 Tasaasaniiedosuead Lo ladwiia SUZ-4 uaz @ 18'lad FER auuuIAa (c-axis)
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510 2.7 Taseafwawiiavesdlo ladyiia SUZ-4 Hszuu [001]

517 2.8 Faeanmeluvestleladwiia SUZ-4

~ = ~ s o
91N518914 VD9 Lawton azae 1u7) 1993 wanveadlalad SUZ-4 Hua1u150
o N ¥ ) Y 9 o aa s .
duasizd ldnnnszuaums lelasmesia anaisasduacil Fanoulasen lad (Sio,) ozg-
a o 4 4
iueenlag (ALO,) TnunaGon'leasonloa (KOH) Twdonlaason leq (NaOH) tnnse-

a =) 4 an ag . .. A A a A [
onauenTuilonlaasonlad (TEAOH) HazaIfiInaAY (Quinuclidine) A9 H0INY

9

@ 1 J v ' (Y
Joyannar nouduiud §lolad FER waz sUZ-4 Uanvus Inseadwasudindiony
' ] '
F491N518971U909 Mooiweer 1AM (1994) W11 FER Hundasauiianisis sl §nsenneea

{ 4 a { [ 4 =1 < { wAa
Moy uazdlonasanainInseadwnadeny &le'lag suz-4 aianudlul1dna Heuaia
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' aan A A T v . 4 o A 1A o
ﬂ'lﬁ!.ifl‘ﬂgﬂﬁfJTI/IfJ@ﬂlEJEJiJLGIfuﬂu (Asensi tazAY, 1999) IUNTENIVAU wmwia"laﬁ SUZ-4
=] 1 Aaan Aa A =\ = 1 9 @ 1 ) a A I
b\ ﬂfJﬂWWﬂ'lﬁLix‘l‘IJQﬂﬁfﬂ“l/lﬂlfJfJiJ UANULEADYTIADAINIDU LLASIINUADAINIASANIYDUNTYDN
#e (Turapana ttagAe, 2012; Gujar Lag Price, 2002; Asensi UASAMS, 1999; Gujar LLASAY,

2005; Worathanakul ttagfate, 2011; Subbiah LagaAdle, 2003)

24 OMuda
A a J = a0 A
19N110a (Ethanol) ¥30 toha Uoan@doa (Ethyl alcohol) gain1ALI1 C,H,O (W30
P ' ] 4 4 1 a
lwdguamIassadruniin ¢,H0H WHumsidsznovlelasaiveuniing leasondalu
] VoW ' P 3 v A Y a
TA53a319 (-OH) Aonua1e TgyedozaauAITUoy uazunniuiua wniueaiull
Y I A A ' = A
anvazitluveunadla 1uild aaldie Banula W uazliseenmuge enueadinso
o Y oA ' ¥ 1 dy A ) ¥ Y a
i 1145 TeaiNvainvate 1w gaamnssue Wie1aide nTeed1919 tivou 19wan
A A Jd a [ 9 < o dy a A SR Y I
I309ANLRAND AT UAML tag THYUNAINUNAUNUUDUTOINTUATOIBUA FIAD U U
49! ' o o sol Y a A J %) 4 o
nuea 99.5% yu'l) wu h ldnaunuiiuouguizondn una lyeed (Gasohol) 11 lilmewy
v ¥ u oa = 1A J . A 9 ? o dy a A Y o
AU URAAiTen 1 A lseea (Diesohol) H3o I iluiiiuronaIasasunenaunuiigy
a o a o [ a @ ] I
wuFUaziiuAa dIMiunszuIumsHaaenIuealuszaugadInnI Ty niveemily

@ 4 =

an Y 1 [ 9y aa < ¥ 9y
’L’f@\“l')‘ﬁ’ﬂﬁﬂvlﬂlm ANITUIUNTFAUATICUNUAY Iﬂﬂiﬂﬂ'ﬁ]ﬂﬁulﬂuﬁ'ﬁﬁﬂ@u UagNIZUIUNIT

a Y

o o = =< ~ an gd = Y1 3
wmnmm’d@mma G]NLf]‘ﬂ'lu@a‘VlWﬁG]@'Jﬂﬁﬁﬂ?iuéﬂﬁﬁﬁlﬂulﬂ’ﬂlﬂu "l“uiammuaa 1u

Y a

) @ a o < 1 9
1/ 2015 ﬂizmﬁﬁﬁi@;mmmmﬂuﬂuE_jwamﬂmuaﬁﬁﬂwmﬂaﬂaﬂ HagAINNIAesTIne
U351%a (RFA analysis of public and private estimates, 2015) Faun THUMINAANIUBAN

o A 2 = v 44 2 o pat = v ¥
Tandunugayunnl Mnanudeams iy a3l 2.9 uaaslidulszanums msly

NuemMusanilanluwieil 2005-2019
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Worldwide Ethanol Consumption

35,000

30,000

@« 25,000 [] India

=

= M China

5 20,000

P [] Canada

=]

2 15000 @ EU

£

S 10,000 [ Brazil
| Us

5,000

2009 2010 2011 2012 2013 2014 2015 2016 2017 2018 2019

517 2.9 msldauenusavewaazszmaluyidl a.a. 2009-2019

(FAPRI Staff Report 10-FSR 1, 2010)

241 anUAveueMmUoa

a Q( 3’; =\ aol o 1A =\ A <3 =
meuaaUiqmuuuumuﬂimaqaagw 46.06 HYALLONLUIBYN -117.3°C

A '

1A ao’ ¥ o a
nazyaReAsgh 78.5°C lenmeadunsnazatelilaa wieludhazarwdunidoun

P P d ! a & '
2mos visonanlsnesy Wudu Tasnalidioniusanwaaiiu azianududusdn 95%vol.

a

[l !
= a =}

1AL 99.5%vol. FIUAINNMUDWIUNIZININY 0.79 NRAUNAN 20°C taziioriimawn luil az1d

Q U

AMNEIIUANNT UMY 11,064 BTU/Ib_ 11091581428 Gravimertic lower heating value
L 99 © s s S A o
LHV) Falrunaasven lasen laduaziilunansaumesnin
242  MSHaneMUea
o 4
MIFUATILHNIUAN (Chemical Synthesis)
a 9 o J =\ 3’4 9 an I 3’4 Y
mMswaneMUsamemIduazimaniiiy Idenauiluasasdu
aan a 3 . . ° aaa 1 a 3
Tag 141U §Aso1n151ANN (Hydration  reaction) Ao N13i1lnsensenataenauuay o

aan

Taonse Nguungiiluge 250-300°C HazAUAY 5-8 MPa lnsdostiansaljnsen

)}
o)}
=
o
h3l

A A

I ] a aa o J aa ) Y as
Lﬂuﬂiﬂ LBU ﬂiﬂw@ﬁwﬂﬁﬂ-%aﬂuﬂﬂ llagﬁﬂ\‘]ﬁ!ﬁu@@ﬂl’lcﬁﬂ'%aﬂnﬂﬁ lﬂuﬂu nIVONITNII
Aaa a H ] A an ° aaa o o ) Y a o PR
Iﬂﬂﬂgﬂiﬂu@uuTﬂ]ﬂﬂ@u Iﬂﬂliﬂﬂ”lﬂl@ﬂauvnﬂaﬂiﬂWﬂUﬂjﬂﬂﬁJgﬂu llﬂwa@]ﬂmcﬂlﬂu
9
tofia laTastaudaina (Ethyl hydrogen sulphate, CH,CH,080,H) #a491n U115 e

a 5 30' 4 { o {
lelas lada (Hydrolysis reaction) nuii1 1ive1# Ialemiueasenut Tagezil H,50, Nvimihi
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3 o 1 Aaan 9 g’/ Ay as a 9 [ 4 = o
Lﬂuquﬂgﬂimaeﬂmma MU ’J‘ﬁﬂﬁWaﬂlﬁ]ﬂ1uﬂaﬂ’lﬂﬂﬁﬁ\‘]!ﬂ31$ﬁ“VINLﬂZJGluﬂfﬂfgiJu

" Yo a A =S 9 "y T
"lu"lmummuamummnmu‘num uaz"luﬂumﬂumiamu

a a L)
Y

% Y A a ~ o .
Maviin Iag 1515092 uNTd (Yeast Fermentation)

[

a @ J o a o

nIzUIUMIHAAMIUBAINMIHID Taglddadminiagaudinan
%’ =2 A g’/ a [ I a

utla hana vazaglaa Fellvuaoumsnaadwaaslugi 2.10 Jumswaaeniueasin

v o o A o a { < ¥
ufaiudlgnas Sunnmawssuingavae nszuumsdewdulouazudaldiiuine

4 9 ¢ A 1Y q 9 ? A 3y o o
Tuanamedsen lainsensa uadldninihaanseisdesawnsadulldinszuiums
R 3 o ) v ? a4  dAyy

winldae anuinlunszuaumsninneldaniig15ema ihaaTuana@edn lauezgn

s (a v g ~ ! . { Yy 9 ' '
Fadn/asulfilemusanieisenldn luleeniuea (Bioethanol) NEANMTNTUDE UG

o A o «'d'nlazci’ ) s A ynly g
10-15%vol. HAZUINAANUNN AU L UIFNTSUIUNITNAU L‘W@Gh’f ﬂl@'ﬂ’]u@aﬂﬁ’q%‘ﬁ NUANINY

U

Y v
Y a

) = o Y 9 Y

udusznm 95%vol. e lutlipiiuansamuanudnduvoueniuea ldga 99.5%vol.
v A @ @ ] =\ 4 4 g ] H

(Absolute Ethanol) Tagldvegadunuisy lhidreiaggady wu &1e lad imeduidiuiimae

29NINNBNIUDA

Cassava chip

V4
Milling and Mixing <~ Water
\
Liquefaction <=~ a-amylase
Yeast \l,
1
v Saccharification <---- Glucoamylase
Yeast proliferation [€--=--=-=- ‘\l/
T
"""""" > Fermentation ----> CO,
\l; """" Distillation
——————————— >
Fusel oil 7 Stop

Ethanol 95%

71U 2.10 AszvIUMIHAaEMUBaNINTUd )N
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=

2.5  1anau

A I~ 4 1 = { <

19N AU (Ethylene) 1130 87U (Ethene) tHuas lalasasvoungu Toadluniivinaan
{ J v 4 [} ] 1
ﬁ?ﬁl (Lightest olefinic hydrocarbon) Usznoudlemivey 2 oxney G?m%nﬂuﬁ’aﬂwuﬁxﬂuaz
a [ 1 a ax A I (] 12
1lelasiou 4 ozaon Asgas lwanan CH, luussermalnd enaulangiuuna Lilid
2 1 % <3 a a
Inaunaziisanoudiannu azareirldaidniles ausodald uazszaldadudeduly
g}/ 1 ax I g’/ Y &' o o td'alcu =

PINAAILA 3-36%vol. tlonaudumsasduiugudinyvesralegad1nsu N3InnuALaz

a a o ] a a a a I'4 a o a
TdunTumamaiyd o woatonau a'lesu wea liianaolsa tenauesn lua enaulna-

A Aa I 9 2 v A a a o S Aa R
aoa uay Miassdme Hudy  dunarinailunaasust nnlse Tewiodrauinlu
aa o w g’/ 1 < J A Y] 4 a = Qy l < 9 Y o A
Faalsza Ty aaue 10 waasainaaan laudarudiueueud dudu wingenmu
dﬂla = a ~ ~ (%] |d‘ U d'

il TasidenuazlIasmivzinnuduniuegiseeun anifadennainnatoaiuna lnnia
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BgANAAs uAGINMIANUABINSIAEMAINsHAAEAIY NANgIUUdBLoE 08I

251 andAveuenau

a J

a d A a [ !
ﬁummammTu”lﬂumﬂﬁuazﬁumm&mwmmmwﬁu HEAIAIAITINN 2.3

Y
a o an o

{ s
5191}'8)341’1ﬁﬂﬁi’)’ﬂﬂﬁ]lllﬁ@‘l’i']‘l/]']\u“l/lﬂijllulﬂu'lllﬂﬁﬂ]ﬂﬂl@ﬂﬁugﬂu%ﬁuﬂiﬂﬂ Angus Il AMUS
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= = =

(1972) Favoyail lavhimsAnelusisgamgil 0 D3 150°C 1A1uALluE9 0 53300 MPa
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A a o a J an
M131N 2.3 ﬁu‘uwwmﬂﬂu'lﬂumﬂﬁsumzmnau

Molecular weight 28.0536
Triple point Temperature -169.19°C
Pressure 0.11 kPa
Latent heat of fusion 3,350 J mol '
Normal boiling point Temperature -103.71°C
Latent heat of vaporization 13,540 mol’
Density of the liquid 20.27 mol dm”
Specific heat of the liquid 67.4 Jmol K
Viscosity of the liquid 1.61x10" Pa.s
Surface tension of the liquid 0.0164Nm'
Specific heat of the ideal gas (at 25°C) 42.84 Jmol K
Critical point Temperature 9.2°C
Pressure 5.042 MPa
Density 7.635 mol dm”
Compressibility factor 0.2813
Gross heat of combustion of the gas at 25°C
Limits of flammability at atmospheric pressure and 25°C
Low limit in air 2.7%mol.
Upper limit in air 36.0%mol.
Auto ignition temperature in air at atmospheric pressure 490°C

252  mawasenauInilns@ey
a as [ 1 9 v Y 9 9
nszuruMsKHaaenaudIu vy ldnszuiumsnanaiaiennuion laglds
Y . ¢ X ' o
19111 (Steam thermal cracking) ¥o4e151sznov laTasmsuouiugiu ¥u uuvni una-

a 1 I 1 4
Vlas@ewmar llgadenogluri 30 59 200°C wiea1ssznevlalasasveuniann

[

o A A A W s A g a 7 v 4 ¥ woa &
FININ BINU IWiLWH VIAUNU NIDUNTODNY VIL‘]JL!N@G] m“V]Wﬁ’é)EJhlﬂ%WﬂﬂTiﬂauuﬂJuﬂ‘U BN

[

a 2 ] Y3 1 dy
111ﬂszmumsNa@uummimmm@ﬂ'lmﬂu 4 @9U AN
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1 a o
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gﬂ‘ﬁ 2.12 Mechanisms of ethanol dehydration on zeolite (Chiang (¢ Bhan, 2010)
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(Bruker, D2 Phaser)
2. Lﬂ%@ﬂ%!ﬂi1$ﬁﬂﬂﬁﬂi$ﬂ@ﬂ‘ﬁ1ﬂ X-ray fluorescence (XRF)
(Horiba, XGT5200)
A 1
3. ﬂESI)?Ni]fl‘l/]’iiﬁ‘li@mﬂ@]’iﬂmmﬂﬁ’mﬂﬁﬂ Scanning Electron Microscope,
SEM, (JEOL, JSM 6010LV)
1 b H
4. 1A309UATILHANUNAT Accelerated Surface Area and Porosimetry System
(Micromeritics, ASAP2010)
A a 4 = ) A g dy Aa
5. 1509UATIZHANULT WAL YT UVOIR W UIMT UATAVUNUAY
(BEL Japan, BEL-CAT)
a a aaa = U Y v \ d‘
3.14 ‘Ijﬂﬂﬂﬁﬁ‘ﬂﬂi%ﬁ‘ﬂﬁﬂ]‘w sllf?N‘lJQﬂiﬂ]ﬂ"lﬁl!ﬂﬁ‘l‘u!!ﬂiﬂ‘l}ﬂ'J!i\‘l‘ll?)ﬁ!@ﬂn»!f’)ﬁw\l@)
a ax
wannau
1. eA0AFYUIAIaN (Quartz tube reactor)
2. I UHIULN® (Vertical furnace and heater controller)
& = 4 =
3. JuRA WiDUKHAARA (Syringe pump)
4. Gas Chromatography (GC), TCD detector, Porapak S column
(Model 310, SRI Instruments)
4 o 24
5. 1A394AIUANOATINT 1HavouNd (Gas flow controller)

6. mu5alin T oU (Heating tape)

=
32 35mMInaae
Aa v dy 9 1 I 1 [ 1 A =~ [
el lduensnaassesniluaudiundn Tagdiunsnieo Mmswseuias N3
a 4 LV = Y I Jd A 1 A A
AnziauianmenInuaziall veudmnavuazd e ladriia SUZ-4 Tudiuiidesds ns
a A aan = o Y v 1 A a as =
nadovlszanimmueal§ased laassunnulsauswesenuoaiiondnonay Tl
Jd a { o 4 I @ ' aaa a t4 2
#1oladwia SUZ-4 Ndunsizd IATudnsal§aser Taenaaeululfnssiunuuaiia
(Fixed-bed Reactor) Tuszauilfiiams waz ludiugamedo mssasanszuiumsnaaeiau
Y &’ 1 . A J v I o .
MIeNIuea 728 11suAINNLFINE1 Microsoft Excel N1l5zgnanulansunialu visual

Y H 9 v
Basic Application (VBA) YRHUANNA1INIUY ’t’)‘ﬁiJWlel’ﬂug‘]JVI 32



40

MNTINUVBINUIDY
= (Y}
1. MIAIBNIAR

i§naY (Rice husk ash) Fmmmmmmmmmmmmm -

1

v \4
dI 11 J A ____> a 4 A =
% Io laayua SUZ-4 NITUATIEUFUUANNENYNINLDZIAL

2. msnageviszansmmves UfasendlamsFumnvlifussve semusariionan

enau Yaelis1elan SUZ-4 NNesnlsznevvestaneulneenleaninmdunay

o a a d Jd v
3. mamamnizmumiwama‘naummamuaa Tﬂﬂﬂszqnﬂﬁqn‘m Visual Basic

Application (VBA) 1ula)sunsu Microsoft Excel

319 3.2 AR INUITY

321 MSesgdna
ax =) Y A an = g’; o 1 dy
Jmsesemdunauvsoniganou laeen laaniunouaias 111l
o 4 o a 9 I @
1 iunavl1d1e iiemdaeuau ne uareu i a1 3u
2. unauiageanad 100 g AUNUEITAZa1BATATaN I3 NANNANTU 0.5 M

{ < &
Y31as 1 L Ngaden dunar 2 97w

v @ 1

v A Ay o Y =) 3
3. N mmﬂmﬂuamqmwgnwm uaxm”lﬂam%uLmauummrﬂuﬂan

a

Y =2 o A 3 o
ummm"lﬂanﬂqmﬁﬂn 100°C Lﬂunm 17U

[ g’/ o ~ ~ a ]
4. viaanuu wnaud la leniguvgi 600°C Tuaumuuuldeina Tag
Y] 1 a3 ]
199313 Ao uN 10°C/min Flunar 2 $21u4
o ¥ AN Yo o Y} 9
5. dudunaula MuUNTEUIUMTAATLIALAZAAYUIADYNIAA1BYATIN D
UA LAZYAAZUNTITOUVUIA 200 Mesh

a s wa Y P Y]
6. ’JLﬂﬁTS‘Wﬁll‘ﬂim/lNfanﬂTWGIJBQLQTLLﬂﬁUTILﬁﬁﬂﬂJ]lﬂ



41

322 msdunneyialeladriia SUZ-4
[ = Jd a A 4 aa 4
MITUAIILHE 1o ladwstia SUZ-4 Nlpsniszneuveazanau'laesn ledain
Jd v [} 1
ey Usznouludrenszurums Iaa-wa uaznszurumslalasmosiia Taslidadiu
{ [ 4
TaoTuanldlunisdansizife Sio,:ALO=21.1 KOH:AL 0,=7.9 H,0:ALO,=498.6 1A %
a o a Y ¥ Adq A
TEAOH:KOH=2.6 Iags1gaziosauodnisaiula Usuiaarsasdaunlslunisesewy
2 4 4 a2 v w2
msisznouaa luaduaoun 12 uaz 3 uaaa 13y manuin v Falvunouasas lail
1. wsuasazas InundiFonesgiliun ¥30580731 413 A 91091502018
= ¢ A o Aa A 1 a y I dy a )
Tnunadon laason loa Miwezgiiouass @uasly dunivsvazaradluiiomerny
[l d’ a3 [
AUAITADNIBY (a1 71
~ an A A 1 o F) A A 9
2. 193 NATHANTAN H30iTenI1 815 B 11amsiudmnaunesen'la aseq
Aa Aaa y 1 4 3
wuad I luasazaredam Isaaunua udnjuniuasiiiod Funal 1 Au
[ g’/ o o Y a Y &
3. NAIINTasAruaIaT a3 19 (TEAOH) miuad 1 luans B udTuniu
1 d‘ a3 ]
aoitod 15unal 2 ¥ 19
o Y Y (% 1 Y o
4. MATHANAIT A LAZET B UA8NUEIUNTZUIUMT Ia-1wa Tae i
! k) X 1 A ] 9 = 1
@13 A Aoee) veaadluds B udatuniuaeriion 3 57 1ue lamsiszneunaduniu

5. wsemanila laludulgnsal lalasmesifa Taelinsuzmilasuussyog

LTl

) a ya A ) a 2 v v { ) ? o .
119lu Paldtesa ndnilaaasugalianudon inloduauaauaziiniuuanilaou

I @ A o a
anuiouiuainugugurgll MM sAnINAYIgUNYNIAZTL 82170190INTZUIUNTS

X = f 1 13 A 3 ' ~
leTasmoesiia TaalimstuniuTagunaimannnnui315eu 400 soUAOUIT

o s £ Fu o a o 24y y
6. MasnnEIIIUNIZUIUMS L Taamesia shndanuain lauinsouay

Y Y 1
Aemeinauauiing pH dszuna 9

a

H H ' )
7. dwanduain 18 1o ufigavgil 1200 iWunai 2 ¥ Tus vimiu 1 laen

U

' - < : . “ ol
Tumwngavgil 550°C 1unal 4 51T A1eoa1ms ianudoun 10°C/min 1o ladn 14

A o I 2
wlldnvaziunidun
a d wa = A o N Y Y A A A P 1
8. WnszHaulAved e laandunsizd 14 drunsesiiedmsizinnarn i
' v &
nountil
A o J kS 1 <
9. &Tolaandunsizd 141 azugi)uuuinaa (Flakes Shaped) Tagn1s 14
A @ a <] @ I Yo i @ LA Y g £ I v
1130980 lansoanviunaan oald laanyuzvewruy vaanniwhlduanduruanae

gatoua udhmsaavuiali la lugig 250-600 um



42

1 dy = (% Y [ ¢ A 1 a d%}
Auluaiui Aneramdsaulumsduasiey NdIRanenISINATUVD

Y
1o lagwiia SUZ-4 aade Uil lunszurums lea-wa Anuisaiiaiulas luaveudunay

1 Aaa Jd @ a o
aoxsan lya L!a%aluﬂﬁ%‘]J'Jl!ﬂ'lﬁul?ﬂﬂﬁl“l/lf)ﬁiJaﬁﬂ‘HWNa"’UfJ\‘lﬁ%‘t’Jx!'JaH!agQﬂ!ﬂﬂN Tagmriua

U

Y o

<3 X A = o A Y A = W A = Y
mmwﬂumiﬂumuﬂm LHAZUANUAULITUAUN 1 VITEINIA Gﬁﬂ@jllﬂﬁﬂulﬂﬂ1ﬂ15ﬁﬂy1llﬂ

uaasazl 13asanseh 3.1

~ ~ Y o [y [ =) s a
A13199 3.1 anzhlFlumanaassd msumsduniizvis I lagvila SUZ-4

M3 ons1aIulag Tuaves szoznanlalasmesiia | guugiilalanmeiiia
nAaed | wwnay (R) aedan Tva (S). () (°C)
1 OR:100S 25R:75S 50R:50S 4 150

75R:25S ey 100R:0S

2 50R:50S8 12345uag7 150

3 50R:50S 4 120 130 140 taz 150

a d A d ‘u d
323 mANzvianifvesdle lannaunsiziila

a 4 Y =2 9 a « .
1. MsuaIzrivlanag Insaa I NEanAIemMALia X-ray diffraction (XRD)
a s Y a 91&' g v aa d A
MINATIZHANALA XRD THFNUFIUVOINITASNVUVOITITIONG AD
HoseFAnnIENUIAY ¥I0UNIAILINAMIHAMUEITIT SeFrzdzRousonuIIyuiY
v 4
FTUIVDIDYMAMINUYUUDITITNIANNTENY 1INUANNTIU9AY Bragg (1912) A1
° = Y} = A A P2 A A= g & A
msane sUuvnIaseadew@n @uns avdum, eoula) madatituiluwillumaiin
1 a o 1 o ay @ 1 . 4
Wl lumsanednsigdlassadnan Taelihareruaudiedn FalsznoulUdreginsal
4 ' . UK ' v v [ <] -4 a f
WU 15U X-ray tube N1aAA20679 HazATUd RN MTNve  TOnG matintlauisn
Usvenyiavesaslszneu hllegluasaied s uazamnsothunlddnueaziBeaneny
Y] = @ [l 3’, 4
TAT9AF NNV IAI0E 191U |4
A a d dy v J =2 o 1
IA399 XRD AATITHMTIASNVUYDIZITONG IUNANAI0819 Ty

91oNANN15VD Bragg’s law Muaumsh 3.1

nA=2-d-sin0 (3.1)



43

A4
1o n=1,2,3,...,n

I

A = AANNIIAAUVDISITONS
d = 52T NTEHINTLUIVNAN
v aad < o =
0 = YUANNILNUVBITITDNFAVTLUIUNAN
a 4 4
2. ﬂﬁ?tﬂﬂxﬁmﬂﬂizﬂ@‘usllm‘ﬁwa X-ray fluorescence (XRF)
a Y a 4 4 o 1
maila XRE a1mnsoldlumsinsiziesnlsenouvessigluamsdiedi
o a @ s o o { '
Tagldn1sTadSuimsadiondyoorsaisua (X-ray fluorescence) N1a0800NNI191N519

4 1 a @ 1 . YA Jd a =y
@Qﬂﬂﬁgﬂ@ﬂllﬂa%%u@iuﬁWiﬁ’J@ﬂN GTNﬁ'lﬂJWiﬂi‘]f'JLﬂi"lZW%uﬂﬂl@ﬂ‘ﬁ'lﬂ tazUSunvees

9 Y
v a A

f
= @ a s Y y o ' < a 4 A~
DNTNINAUAU EN’ﬁ'liJ'liﬂ’Jm5'185WllﬂVNG]'J@EJ']\?GU@QLHNLLﬁgﬂJ@\HWﬁ'J AIWITDAUATIENTIANY

Yy 9 9 A Y < ~ 1 o (% ] a2 9
ANMUIVUVUUDY ‘Vii@ﬂiglﬂm 5-500 ppm llﬂ Llaglﬂuﬂ'ﬁ‘ﬂﬂﬁ@ﬂ‘ﬂ UNA1YNIDYINDNAIY

Y v 9 [ 1

Y
A o ¢ 5
AIUYNABIVDINITIAAIYINAUA XRF %uﬂ‘ﬂ@ﬂ‘ﬂﬂigﬂﬁﬂﬁWﬂﬂlﬂﬂ 2 ﬂigfﬂiﬁ@ 314

g U

{ @ 4 I ¢ Y 2 1
Lﬁﬂﬁﬁiﬁﬂl@ﬁﬂ’lijﬂﬂl@\ﬂﬂ%@q llagﬂ’]ilﬂulﬁ@Laﬂ'ﬁﬂuﬂl@qsﬁuq']u‘ﬂ%@ﬂ’lﬁﬂigﬂ'lﬂm@\‘l‘ﬁ’lfﬂgn\ic]
Tt A Y o o A ] a 4 a d‘d 9 1 9 ] .
LUASNUUDITNAND ]lll’ﬁ']ll'lﬁﬂ3Lﬂ51$ﬂﬁ’]@lﬂ’l\1%uﬂﬂulaﬂl@gﬁf]llu@ﬂﬂj'l 11 Ulﬂ 1% H He Li Be

B CNOF Ne llog Na
a d o ' = 9 Y Jd ' .
3. ﬂ’]ﬁ’JlﬂﬁWgﬁaﬂHﬂlzgﬂi'NWﬁﬂﬂ’Jﬂﬂa@ﬁ‘ﬂqﬁﬂﬁﬁﬂuuﬂﬂﬁ@ﬂﬂﬁ’]ﬂ Scanning

Electron Microscope (SEM)

'
AA o W

I a g
SEM flundasransssninianaseu Almdsveegegalszana 10 urlu-

Ll q

[ o A 9 1 o A adgd & @ 1 Yy
AT HANNITNINIUUBIUATY SEM U5 naualeuraintiasiannsou “D’Q'Qﬂﬂi‘ﬂlmﬂﬁu

[

I o ad ] <3 J [ 1 Y
ﬁﬂﬂmglﬂuﬁ']llﬁ\?@lﬁﬂ@iﬂuiﬂﬂﬁuquuulﬁaﬂ U UaIINIIT 1Uﬁ3umﬂ\iﬂ1§ﬁ§1ﬂﬂ1w

a X

v a d { 4 a @ 1 o o
NAVUIN fﬂﬁ@]ﬁ’Jﬂ’)ﬂ@Laﬂ@]ﬁf’)u‘ﬁﬁSﬁﬂH%TﬂﬁHW?ﬁﬁ?ﬂJ@ﬂ@?ﬂﬂ?ﬁ NadINNALLT
ad 2 Y < o ad a J = Ay ¥ A
BLANATOUNTIAAIVUTUIIULLAD Llﬂﬂﬁlﬂuﬁﬂgﬂlﬂmﬂmﬂﬂﬁ@uﬂﬁ@@ﬂiﬂ mmwm”lﬂmmmm
dy I o aa Y a dyd YR [ dy Aa o
SEM mmﬂumwcluaﬂymz 3ua ﬂaawuﬂuu"hﬁﬂmaﬂymzmmwumaﬁﬁ] VUIA LS
[ o oA YA %’, o Y I [ @
qﬁlﬂiNaU’l’N’l’)L‘lf‘ITﬂ11!@]1&?71&\11/]?{1!1%[1@ @ﬂﬂﬁﬂﬁllﬁﬂﬁiﬂlﬁ1!ﬁﬂHﬂ!%ﬂTiﬂﬁ%ﬂTﬂﬁ’Jﬂl@\uWﬁju

Taseadeszaugania

vy a

a J { {a o A @ %)
4, ﬂWiﬂLﬂi1$WﬁUﬁW'ﬁﬂLW1$ HASHAUUATNTU ﬂﬂﬂlﬂﬂuﬂﬂ'ﬁ@ﬂcﬁﬂuﬂﬁ

U Q

TuTasau

v 1 & Aa o @ A YN Y1 A Y o I Y '
ﬂ'li'lﬂﬂ'lwuﬂW'J%TLWT%ﬂJ@Q'JﬁﬂEWiu LWE]GlTihlﬂﬂ'lﬂﬂﬂﬁf]\j %']Lﬂuﬁ@\i 3]

Q U
Y

~ zﬂy o 1 1 ] A A %’ I Y A 9/:3 Aa
ﬁ’Ti‘I/I“]Julﬂ@uiuﬁ1i@1’)ﬂﬂ1ﬂ@@ﬂ1ﬂﬂ@u LBY mmqyuma"l@m L‘]JL!G]‘L! I,‘IN’E)GI,T‘i‘WHN’JGUfN

@ v Y o [ o @ 1 dy Aa 4 [
@]3@El’l\?Wﬁ@llﬁ’lﬁi‘Uﬂ’li@@cﬁﬂulUIﬁimu Iﬂfl‘ﬂ')llﬂ Gll:lﬂ'li'ﬁ']ﬂ']wuﬂﬂj ﬂﬁgﬂﬂ@ﬁnﬂﬂ'ﬁjﬂ

Q

H 9 v H H
nalulasungngasu Buunuis daiasannnlsuelulasemuinmeldonaeun



44

Howdn 11 Tasvims sz iigaugiiyadeaveslulasnu waninnmsimazd mlild

a Y

ad o ~ ) o I J j’ A a o
loTansuvesnsgady luTasnuiguugl -196°C udninndunaniuamnunasune
ad { g}/ [
Tag1deun13 BET (Brunauer-Emmett-Teller) tag1ndoya lo Tannsui 1Ay daamnsom
=) =) <3 1 g}/ @
YS11933n3u39 UT1ATINFUVNAEGA VINAFHIURETY IUNINTATLIAIVDIVUIAF-
a2y
nyumeludnaie
a 4 o 1A g dy a
5. MSAATIEHANNLT AU IRV ImuH U N UNTAUUNUEYD
. I & axAq Yo '
Temperature Programmed desorption (TPD) Wunnaluistlenuediann
a d o [ VAV 4 . F dy a J A o 1 aaa a
Tunms ATz @i uiua (Active sites) UUNUAIYDI00N 1A noA NI nse1vtia
A9 Tagldimatianisgaduniuail (Chemisorption) 1AZN13A18F (Desorption) ¥DI Probe
[ =) A 4 o 19 dy a
molecules 154 laTasiu (H,) wou Tuile (NH,) 1179 msveulasenlya (CO,) NUNUHIVD

(3

1 o a o Vv o A Y
DY La@ﬂi%} Probe molecules Gl’lllﬁﬂ'Hm‘&i"]ﬁ«!ﬂﬂl@\W]'ILLWu@ﬂﬂﬂu@ﬁﬁ@ﬂﬂ?i@iﬂﬂﬁ@u Iﬂﬂ

v
v [ o 1A

) v 3 A a ) ]
HAaNNIIAIU flTﬂ1ﬂ@]@\1ﬂ'lﬁG]53%ﬁﬂﬂ@]ulﬁu\?ﬂlﬂuﬂﬁﬂﬂuwuwﬂ ﬂgﬁ’t’]\ﬂ"ﬁ Probe molecules
=S

g}

< o v Y

d‘ . a 9 = AN a A Y =1 g}z a Y] =
nahe satenlsuon Tuile mgaguniiuriauandl Tasuon Tuitleru asinanusAlN

I @ ] A

) 1 d' g’; = A a 9}d§} a a [y = d'
furiandlunsa MNUUIANNgUHY AR e IR UAINAMsAIeF ULy TuTiangnga
o 9 a J a %’, o Y <3 o " Ag
Fu13oonu1 Msinsizddinannuy i linsuanuedsssvesdwrusiiiunsanu
9 v
WUHIAI0819 (Acid strength) 21ngun g NAansmeFuveden Tulisoonu uazns
a d Aa =) o =) o ] { < . . . 1
Izl una ilimrudsmavesdiumuindlunsa (Acid density) #alszuannla
- AN
NVUIAVBINANTAIF VNN AV
) ) aaAa =) U Y v \ 4‘
324 msnageulszani,mw veslfizendlamstunuulidussveslemuoarive
a a 4 H d Aaa d
wanenay Iasl¥d)e lad SUZ-4 Nieanilsznauvestanailaeanlsaain

Y
onay

2

Av A KX

NuIeil Anpndseanimuves 03018 latasdununldaussveuoni-
| a a @ a oA a o A
uoaronanenay luszavlfiiansarelfnsalnuniuaiia (Fixed-bed reactor) gANATDL

Usgnoumeniosiionisg asi ldude13luiade 3.2.3 unuiiyganadou dwaaslugli 3.3

(% 1

J 4 I a oA aan
(a) 1z (b)  NOAIVAFYUIA 0.D. 6 mm UANWHU | mm W nsainussgansalgnien

q

'
=

= s Y = AA o 1 1 9 1 4 IS A 14 [

"D’I@]’la@]‘ﬂ@]i’)\iﬂwiﬂﬂy'] NUDATITIUTEHIN Lﬁumuﬁuﬂﬂmwmmaﬂ%T@‘lamnaﬂ (Dp) 413
9 1 4 1 4 R d 3 [ [ g’J

L’duNmﬁuﬂﬂmﬂmﬂﬁluﬂladﬂ@ﬂmﬁ% (Dc) sz 0.1 G]Nllslﬂﬂﬂﬂﬁcﬂlﬂuﬁﬁﬂﬁﬂﬂiﬂﬂﬁﬂu

' o aan 1T g o a a 4 f
uazanvesansalgnsen Lmwnuuunedludlianudounazaruguaurgives jnsaitl

a 4

Aan @ 1 dy 3’; a 3’, @ 1 aan = s Y
Tmm*ﬁmwmmmm”lﬂu VUABDULLIN GKWN‘]JQﬂim!lﬂz@’lljﬂﬂgﬂimcﬁiﬁ)ll’d@lﬂﬁf]ﬂﬂﬁ

4
=S

= Yy~ Y kS ' a ] A o
ﬁﬂHWGI,WLiEIUiE]EJ ﬁ]1ﬂuuﬂaaa"lﬂmmummmgmga"l,wamuixuu INDNIANUTEDIALAY



45

1A A A Ay [l ° Y A [ . g
lagudedudug Ndvegluszuy vagvimiiduunanive (Carrier gas) TuvuaoUNIs
) A Aa (a P 4 ° T oo 1 Aaa o
nAavY NNUY NugUUlURnIaif 400°C tioiMsguanslfnsen uazsiinudzeln

o 1 Aaan Y 9 o o 9 3 ] H) ~
ansalfnserldnioudmsunisldnaaeon iHunar 1 ¥2lue Tuaounae lonueagn
[
1 1 d . . <

Poudhszvuaretluia iudiusamelinatedlule (Vaporizing zone) tazsiunu lulasu
o . A o Yy ¥ A g Y A PR ~
Ina'lléa Bypass line tiiatannududuisuduvouenusamenssd GC aunsena lananai

2 y A o D) o (a 7 A A
duaougame suinisnaneslaslsuns lvavesenueani lldslgnsalnuniuaiiaie
o Aann = o % 1 Aann = S @ ) Y A A W a @ d Aa 49! o
Wifnsendlamssuuudusalfnsedle ladndunsizd 18 Wellunandaduaiinaiu vz
a ¢ A o odda XA g9 A ~a '
MIAATIEHHANS R NNATY A281ATBI GC-TCD 1awdl Porapak S column TuMsHEAAITUA

1 dyd (% Y A 1 Aa A Aaan =) @
Tudauil Anmdnlsdundwanelszdninim vewlfnsend lamsdunny
Y o 1 A a Aas v 1 dy = % 1 Aaan =~ P 4

I¥dnssvesomusaiiionanoiiau asae 1l Anwidasalfnsendle ladndunsiziain

N @ a a aaa o 1 1 %} ] % 1 aan [
anmghannu guugillumsinal§nser oasidiusznaaiminvesdnsslinserne

[ )
YSnavesemueanilewt (W/F) szeznalums 1$au wazsimiuasams 1daundann
FumsauanIn Tagiasaininaidesarnsidasunilasvesaniuea (Conversion of
[ ' Y

ethanol) tazA1308azHA lAUDIBNAU (Yield of ethylene) H91nTina1amil laaguaulsdn

1 1 d' ) = d'
LLﬁ$GIf’Nﬂ”I‘VI‘VI”Iﬂﬁﬁﬂ‘B']ll’ﬂuﬁﬁNﬂ 32



Bypass line

517133 () Gmmﬁa‘uﬂ5vﬁmmwmmﬂgﬂimﬂ"lamwuuuu“l%mwwmmmuaa

Ethanol

LW@WﬁﬁL@‘ﬂﬁu

(a)
No. Unit

1 Syringe feed pump
2 Vaporized section
3 N, flow controller
4 Vertical tube furnace
5 Heater controller
6 Thermocouple
7 Quartz tube reactor

GC-TCD

46



47

M50 32 an1zmsnadeulszdnsaim veslgnserd laassunuuldaanssves

A a an 9 @ 1 Aaan = 4 [ 4
BMUDAINDHAALDNAU ﬂ’)ﬂﬂ’)tiﬂﬂ{]ﬂﬁm“ﬁi@qaﬁ SUZ-4 10N1TaUATIEN

¥ANMINAABI (No.)

M3 UTLANTANUDA

dusalgnsendloladn

=2 (2 A 3
msaneals Ndswane

Yseansnn veulgnien

Galsau FunAs1zHNANIENA1NY alaassunuuldausa
Tagilgnsond lamsdunuy YDA
1@ usaveaomuoa
1 2 3 4 5 6
_Ansalgnsendle lad OR:100S | - -
910 ons1aIu Iag luaves | 25R:75S
iunausesam loa 50R:50S
Pa1enu 75R:25S
100R:0S
_Ansalgnsendle lad - -
. 123
910 szezan lalasmosiia A A A
. 45
NANNU (AU)
uag 7
_Ausalgnsendle lad - -
) 4 120 130
n gaivigil lalasmesiia
S 140
HA19AU (°C)
1ag150
- gungiilumainalgnien
250 - 400 300 300 300
(°0)
. W/F (g, min/mmol) 1.46 2.94
53 4.45 4.96 4.96
Ay 4.96
Jszeznanlumsldau .
5 2 8 64 16
(@2 T9)
= . 7
_MIAUANIN (T1UIUATY) . . i 4




48

NUBLYA
o a £ & ¥ v

- “lmemueamqm 99.5%vol. 1T ua15AIAY (Absolute ethanol)
- fowomuoadiesniimslva 1 mi/hr

1% 9
- oA51M3 lnavewnanIve (N,) = 30 ml/min

' ] H ) o 1 Aaa 1 4
- W/F nunei oasidmsgnaiminuesaus iz eaeds maveseniueah
9 1
HoudnlunuqeTua
Y 1 ann ~ 4 d'
- A unuansalgnsendlelad SUZ-4 9nmInaaesi 12 uaz3
° 3 ]

-B mmsnaaoadlusou sevuazilszina 16 $Tug

o w 1 aan = S Y Y A =2
-C ‘LlWI’JLi\‘]‘]J&]ﬂiEJ'IGHT’E'JUla@WIGlG]N'IULLﬁ'J INNITNAADIN 5 WIANEN

33 msdnaesnszuIUMsHanenavanemuea Ingljnsenalamsiu

Y 1

nuul¥a s
a Aas ana ~ o Y v 1 Ay Y
nizUIUMINaAERauIINEMUea Talfnsend lamsdununldause 2ld

=3 o o a @ J dy .
NNMIANY TaeImInan luszaugaa1inisy Taelszgnd I)sunsuinugIy Visual
. .. =2 & & N ) 2 4
Basic Application (VBA) Fudlusiilealunenguues115unsu Microsoft Excel laga1udl (51910
u’d’ Y g’/ o as o

mMsoonuu Tagnnswued 1sunsn amgalsaaandoIns MINHUMUUAITAIUIN A

9
waﬂmiﬁmaman@ammmzw WU Gluﬂﬁﬁﬂ’]sﬂﬂTﬁhaf]\‘iﬂi%‘ﬂ’)‘hlﬂ?iﬁ s luaiu

9 v Y
1 Y =2 [ QU

a Jd A A o [ { 1 Aa oA
yosgalPnsaalininiy Faldrauvuaeuauaaslugli 3.4 s1ensniel §iians vie

IN3091DA197 VBINTTIA0INTZUIUMIHAA MDA INENAY Tnellfniend Tamsaduu

' Y a

o o o U 4 4
196159 81989A 191U U9 Cameron HazAME (2012) Taniszaedvoinmsanyluaiuil e

9 ' Y 9t

a < a
ﬁ%ﬁwmammmmwiwwﬂﬁuslﬂcluﬂiguaummam IHUNTNIINUVDINTISUIUNTITNAR LS

Q U U

° 1 oA o Aq ¥ A an
FIWTOMUIUAIAFUNANY (Energy Index) lﬁmmmmmmu@aw% tazdSumvosonau

1A

anaa'ld dwmsuldlumseumsusunszuiumsnldogosa

LTl



9y
® MuuamveImgiout 1l odu
' Y A
ASuatemuea anuduTy uazdadiusunalerinly)
o 1 d'
o myuuanIMslasulasvoueniuea

(Fractional conversion of ethanol)

49

MMIAIUIN

a3
BNAIN

\2

MruaguvglveAazNIZIANs I1a

v

MmMmsmuIauaaznIzuams Iva ewaums luTdsunswy

(ANAAVID UL AUAANAIU)

\2

LHAAINANITAUIN

V

AFNIVABVNANTAUIN Tad %95

a a Y A 1
(wasenay lamundesmsnse1i?)

| 14

Y
FAUFAANITATUIN

Q

31U 3.4 MamuIuveIDUTIABINIZUIUM IHAAI ALY

nnlnsend lawssunuulgans sweseniuea



UN 4

NanISANYN uazmﬁmiwﬁwa

A o a ¢ em v a A o g ¥
UNUUUTUD Nﬁﬂ'li'JLﬂiT%‘Vi’ﬁll‘]JG]EU’ENLﬂWLLﬂaUllﬂgcﬁi’ﬂqﬂﬁ‘ﬂﬁﬂmi1$1’illﬂ Tuaning

1 d‘ Y o = a A aan = £ Y o 1
AN T]vlﬂTHﬂTiﬁﬂ}ﬂ wan1snageulszansnin "U’E]x‘iﬂ&]ﬂifﬂﬂhlﬁmi‘lf‘l!u‘u‘usl,"]fﬁ?ﬁ\ﬁlﬂ\‘i

A a A a o A 9 o U aan = P 9
NMUBatnNaNafnilanaul Gluﬂ{]ﬂimll‘ﬂﬂl“ﬂﬂu\i ﬂ'JEJG]'J!JQ‘]J;]T‘I?EJ']GIiI@llﬁGW]llﬂﬁ]'lﬂﬂ'lﬁ
[ ¢ A %] 1 aan = P Ao dy v =R % A A 9
AUATIEN LW’E’JWW@’JL?Q‘]J{]ﬂiEJ'IGBIEJllﬁGW]L'I’TiJ'IgﬁiJGluQ'Iu'Ji]EJ‘L! Lm&ﬂﬂﬁﬂ‘]ﬁ'l@]ﬁ]uﬂiﬂ!ﬂﬂ'ﬁ]@ﬂ
[ a a aan da/ a "9 d' 1
ﬂ“]J‘]JiZﬁ‘V]‘ﬁﬂ'lWﬂlENﬂ{]ﬂﬁﬂ'lu I@fJWi]Tiﬂ!'li]'lﬂﬂ'li@EJﬁgﬂ1§L‘]Ja‘(’JULL‘]JQ\?"U@\?L’E]THHEIQ aza
Y Y ad ' o o a a
5@8'@39\1'@1‘1@]%@%@%61‘! Glumummﬁ'wuwmmua wamimamﬂigmum‘mamamﬁumma

nuea Tailszgnalandi Visual Basic Application (VBA) 1111511053 Microsoft Excel

G %
4.1 NIIAIBNIBUINAD
a o dal 9 d'd o aa 4 = 43!
Glmm’mﬂumnmaummaﬂﬂizﬂamawaﬂau”lcvmaﬂ"lcmqq NIATINVUIINUNAD

a A [ g’/ Y Y 3
Tﬂﬂﬂﬁ ‘]J'Juﬂ’]ﬁﬁwaﬂ‘ﬂﬂlﬂaﬂﬂﬂﬂﬂﬁ'ﬁﬁ a’]fJﬂﬁﬂ"IfﬁV\l'Jﬁﬂ YALADA wmfﬂmuumﬂmﬂu

AR 9 AA o

Y ) = o o 1 A g a 9 I =)
NAN ammmaWm"lﬂmnwamﬂﬂmuwLﬂumsaumﬂ UMK "lmmuﬂaumaﬂymmﬂuma

Y 9 ]

6IJ”I’N]\‘]S‘}J‘VI 4.1 mﬂuummmnamn”lﬂmammﬂaumﬂmsmmmu,a ﬂﬂ‘SU‘IJTﬂ?J‘IJﬂTﬂGlﬁJ’E)EJ

LTl

Tua91i98n1 63 um wamsmam‘wmwmsaaazwa“lmmgmgmauagw 13-14%wt. 910NT
Aa o a [ { I
nsziimauas Tasaadanandlamaiin XRD wuudunaunldy Insead1ewandlunuy
[ o (% Aaa 4
o511 (Amorphous phase) Tagvhmsieunugduunuiasgiuvessanonlaven laauuy

a9

RLCTERL ﬂ\ii‘ﬂ‘ﬂ 4.2 ey LW@LﬂUﬂTiﬂuﬂuWﬁﬂTﬁ’Jmﬂ ﬁTﬂﬁx‘iﬁiNNﬁﬂ Lﬂ?LLﬂﬁ‘U'ﬂﬁQLﬂi?zﬁ

%9

D.

IRgnihliasredrevesddszneusindramaiin XRF dauaaslumssdi 4.1 nusudwnavi
148 Usznon'lidrooen lsduesdanou 99.6%wt. nazdauserudululsuiades 15u
unaidouean lad (Ca0) uaylosousenlud (Fe,0,) Hludu Fuflusadalsznouiing ¢l
Tuidunay duru nuiteves gain uazgnanl (2538) nntrhms e iauianuin

5511,1/‘113"1]’6\1@1LLﬂﬁU%Qﬁ1U’Jﬂ!I@EJGl‘]fﬁiJﬂﬁanN BET WUNNAUNINY 253.6 m /g



A 9 A 9 [ d o @
gﬂcﬂ 4.1 Lﬂ']Llﬂﬁﬂﬂllﬂﬂ']ﬂﬂ'liﬁ\‘i!ﬂﬁ']gﬁ MNTUALLASAAVUIA (< 63 um)

XRD Standard peak of amorphous 5102

L I B B B B R B B L LN B L BB B N LR L B

14 20 30 40

2-Theta

A 9 A A Y o an 4
3‘].]‘1/1 4.2 XRD pattern ﬂlﬂﬁ!ﬂ'ﬂ!ﬂﬁﬂ‘l’lmimflﬂ ﬂ‘]Jg’lJLL‘]J‘]J?JW@iﬁWH‘U@Q“Bﬁﬂﬂu]lﬂﬂﬂﬂ]l‘ﬂfﬂ

INGLGTRAT



52

A J = Y A A Y
MTNN 4.1 ﬂﬂﬂﬂi%ﬂmﬁﬂ\‘]!,ﬂiJEIJ’ENLﬂWLLﬂaUVILﬂﬁfJiJulﬂ

msisznou wesiiud Taerimin (%)
SiO, 99.609
SO, 0.115
CaO 0.224
TiO, 0.024
Fe,0, 0.019
ZnO 0.009

a 4 A = F) A ~ 9 1A
%”IﬂNﬁﬂTi’JLﬂﬁWgﬁﬁiJ‘UﬂﬂNf‘l']EJﬂTWLLﬁgLﬂﬂJ‘llfJ\‘l!ﬂ"l!,LﬂaU“VIW]ﬁfJiJ"lﬂ NUNUAIY
I~ Y 9y o o o o s A Aa sy ¥
mmzﬁuiunmﬂuﬁﬁmmummumsmmswwmia“lam Lui’N‘DTﬂ“]fﬁﬂﬂullﬂﬂﬂﬂul,“]fﬂﬂulﬂ
I [ = 1 a { a = < {
dhulassedravedygv Ty lvaueamzuSnunuil (qui, 2554) nazilulaseadien

[ ~ = 1 9 1 a aaa [ 4 =
"lmﬁaﬂifﬂQﬂauwam‘lﬂumimﬂﬂgﬂim (@5873@11, 2550; Hamdan Bagase, 1997) HA1M

a £ 9 o d.dy Aa =2 9 ) o A A = 9 o Y [
mf;fmﬂammqq LUASYIUNU W’J’s:f\‘if]ﬂﬂflfl 'd'l’ﬂ5’U’?NLi]E)‘]J‘L!‘V]NWW?@?Jﬂ‘]JLﬂ'I!Lﬂﬁ“LIUliJﬁQNa
1 [ E= ¢ A =~ A Y 9 A A 1 g’/ Aa o
Gl@ﬂ'liﬁ\ﬂﬂi'ﬁ’ﬂ“h'j@hlaﬁ g InNYsnanao U1 oy uazmmaﬂummumzﬂizwqmm

iouasmeslunsdun 1z (Thuadaija 182 Nuntiya, 2012)

[V da d A
42  M3aunszyislelansila SUZ-4
lunuiiagnyinsduniizyia o ladyiia SUZ-4 Taellaeanscuiumsnan laun

Jd o 1 H v
ATLUIUNT T¥a-19a Haznsz U UM lalasmodiia  lud1uivile nszuiuns Isama

ninsaneidanlsduas oasiarulas Tuavodiunay R) asdan1lsa (S) aaal

ao 1111 OR:1008 25R:75S 50R:50S 75R:25S 11ag 100R:08 Hazn1uqguoInlsznoudulid

v

1 d' 1 d' g’; o = o 9 14 14
Mmaen ludiunaeaiy VITﬂWiﬁﬂ'HW]’JLHJﬁG]usll?Nﬂﬁ$1J’Juﬂﬁ]lﬂjﬂﬁmﬂillﬂjﬂﬁmﬂi [N

=he

S o A [ a Jd v A
5$fJ%L’Ja”IGLUﬂ'IihlﬁjﬂiW]f’JﬁiJaﬂ 12345uUa8 77U LLaz’qmﬁgmmmm'i“laiﬂimaimw120

{ o a 4

Y
130 140 t1az 150°C 31n1uF 1o lagndunsiz 18 azannienananianmenimiazadlu

Q

dauanll



53

u U 4 ' Aaa 1 a .&’ = d
421 wavesdanmulasluaveudnaunadan laa AemMnaTHVLIT 0 lan
¥Ha SUZ-4
a 4 9 = 1 =3 a
42.1.1 HAMIAATIZH IATIa51HAN HazgsrwanTaomatia XRD uaz SEM
g oA o P {
lumsdnuiil Fle'ladnduniizy ldanwavesnisilasuuilag
o 1 9 1 Aaa A o a d A [ s W s Y
a31a7u Tae Tuaveudunauaosan 1sa (101U UATIEHHANAUNRNTUATIZH ba AN
a 4 Y =2 9 a 1 9 [ A = [ 1
NI IATIai 1 wanaematia XRD Wi 1A XRD pattern 693191 4.3 Falunnonsiaiu
1 AaAa d A I a I 4 Y] a o
TasTuaveudunavaosan lusa 144 To ladwiia SUZ-4 Wluransavivan  Warsan lagiin
A o Pe o s
gUuuy XRD Y093 1o laanduasizila lSeuieunusluuy XRD masgiuvesselad
a . = = o 1 [l tél
Fia SUZ-4 (Price, 2001) F91s1ngiialuunu 20 e drunisao 1l 77151 19.3 248
[ 1 . o VoA A 1 X a =3 =y =
25.5 1@ 28.4 @IUVDIAN Intensity & AurHafinnna1w 9zl lumseTuredtsanan
~ S a A 1A =< ~ S = y A 2
vou3 To ladyiia SUZ-4 9317 43 wuniSmnamanvesdTe laa Suva Tdmwnauaiy
~ 9 R N Ao ' T o o gy A4 A
Ysuandwnauiniu Imgegaegioasidiu las Tuaminy S0R:50S HaIaNUU oY
=Y Y] [ 1T W a 4
Wsuadnaunioludasiaiulae Tuaminy 75R:258 USuananuod 1o lad SUZ-4 3
A @ ' = A o 4 a 2
uwaTduanas nazsudunaldngluunvesdlolaandunsizi Ia szlfialuunu 20 Hadu
A o A Y 1 = L= U dy < o 1 = d a
Aewvuadu 1dun 2127 uay 35 FanuNnavartduduriusveadlo laqwsiia MER
[ 4 @ L=t [~4 A 4 [ <
(Merlinoite) #9521y 131uz17 4.3 dunaldaniimsdzdueganioonazimumniuediuviuld

o 4 [ = 4 ~ 1
Falodunszviale lad Iaslddumnauiieog13@ed (100R:08)



54

o SUZ-4
* o0 0 MER

100R : 0S

75R : 258

50R : 508

Intensity

25R : 758

OR : 100S

b b, XRDStd. pattern

T

10 20 30 40 50
20 (degree)

A = J @ J Y [ U 9 1 Aan
317 43 XRD pattern ¥04% 10 laa duasizridrgoasidiulas Tuaveudmnavaedani laa

NA9M g XRD pattern JUDINAT§IMv09F 10 Tad SUZ-4 (Price, 2001)

a

Taona'ly &Te'ladwiia SUZ-4 1ay MER TloeAsznouiugiu

[} 1 1 1Y { [ 1 @ o 1] 4

MUOUANY UAIZUANAINAUNDATIAIU SYAL NUAUNINY 6.2 A 1SuUT T lad SUZ-4 uay 1.9

o v A 4 < V=1 4 g}z a0
d1150% To'lad MER (Jaroonvechatam tagame, 2013) aziviu 1a1% 1o lad SUZ-4 vuiiags

VR ) =K 9 9 3’, 9 an o ~ (= 4 [ g’/

A1 FaiunnedadoslsSnamsdsduanganoulusiuiununnd lo'lag MER a1y
a g =1 o Y 1 9 1 Aaa LY =1
manauuess o lad MER lusasiaiulas Tuaidiunavdosani Isaminy 75R:25S 9194
a Aaa 1 9 ~ 1 4 A ) an A
maran11n Ysnavessam Isaaiuiesiedluesnilszneuma eanniusanini

3 = ' SR 1 I aa . 4-
Gllu'lﬂ'ﬁ)‘lélﬂ'lﬂLf’lﬂiJ’lﬂG]N'f)qujslugﬂllﬂﬂm@ﬂﬂ@aa@ﬂﬂ Fl]\?\i’lf]ﬁf]ﬂ’liﬁ%ﬁ?ﬂlﬂucﬁalﬂﬁ ([8104] )

T W

= ~ J o @ v . Y o o Y a <3| k4
LlagNI@ﬂ’lﬁﬂﬂZi'Jllﬂqnﬂuﬁ’lllf]ﬁi’lﬁ?u Si/AL 1N 1.9 !La')%ﬂu’]iﬂlﬂﬂlﬂuiﬂiﬁﬁi’m

Y
=

= 4 g’; a 2 d a 1o & [

#1o'lag MER Danimamauuyess s ladstiail lisuiludosarsmvualasaadie uazld
[ < 9 1 . A 1 dy Y a [ ~ ) [

na1 lumsdansiziifosndt (Milton, 1961) 91nAina1wil ldeTu1eagli 4.4 d1usums

A 2 ~ 7 A gy v ~ " o 7 <

muuvees o' lad MER i lddwnaiissed1uderlumsdunsiey (100R:08) o113luna

a9 a A 9 9 < aa ' o
ll1il']ﬂﬂ"lﬁll!ﬂ"lllﬂﬁ‘ﬂiuﬂi?flﬂ!miﬂﬂ m’eN16115zEJzL’Jam1uiummzmmﬂu%ammaum
é’ 1 a
AONITLINA

]
A A

aan a I = 4 é aa d' Y1 g
Ugnseunamiluglelad Fedainanazaloeenuilaneutiu o199z
[ g’; J a 3 [ 1
I T9du waa1niu e lad SUZ-4 Junad ol ons 18U

% To'lad MER auvanail



55

. { a { g a J T
svAl mnzan vazdnauyagiuindullidlunsined e lad MER Ao nislioguoud

a A kS , v A 4 2 o q ¥ ' A P
Llﬂauclu[ﬂﬁll']ﬂlﬂu']ﬂuu ﬁﬁWﬁiﬁﬂ?Wﬂl&ﬂﬂl@dL%ﬁLWMﬂ! ﬂjclﬁﬁﬁlﬁﬂﬁl\'iﬁjuclu‘ﬂ{]ﬂﬁﬂl

Y
=3 1

Jd o ] = a [ = Jd a dy []
laTasmoesiialignniu Fudedenisina MER ins1znmsduaiizidle ladsiail lu

o 1

I 9 o Jd o . @ A
sududoanrumaluvaziilalasmesia (Milton, 1961) MINWANIINAABINTINVMAHATI
aan a 7 < aan Y o a a 2 ¥
UgnsennadTo lamilulfnsemuunyetu Ao idTo laanareytamaiu ldanarsnsdu
a =) @ A Y = d%l (Y] @ (dy 1 a A d Aa
FiAReINY aznsotouiisslavuediudnz lumsdunsiziioenenmsinad e ladwiia

[ R-Y] [} 4
1a31AN AU ATV UYDE TR (2550)



56

1 2)
Precursor of MER
@ Aluminate
O Silicate Nyoae
[ RHA ® Y S
/\ Silica sol. @EI °A e A "%%O@Ag% @8‘?
= TEAOH AD@D%%AE%A AD@D%};AE{%A
X Tont T+
0 40P i N
O O O O O ]
) —
3) 4

Precursor of SUZ-4

r —‘\‘\ (P\ ! %' v
\ Q’ Se- g ,)L\
%ﬂﬁ%m@ %8%% 308? 1
Hiae; {o]e?
0P %5885
o412 0 oo 0
0o @ .LAT 0 O_P¢ D%O
o \ &l ¥ &= J

[

° < a % 3‘; o ¢
510 4.4 madnaueanuiulyIdvesmsnadle lad MER Tuduaeumsdunsign
7 2

(1) 3R sneURAIT UAY

Aaa ES an a 1 I
(2) FaNAITUAZALINTAN Tora LaZINANITIINNAUITY Precursor

o [ 4

dmsvaTe'lad MER
(3) FanaITuazANINS WA

a 1 I o v A 14
4) mﬂmﬁamqmﬂu Precursor 113U 1o 'lad SUZ-4

a o 1 =KX 9 a = A o S Y
Waﬂ1ijlﬂi1$1"f§ﬂi1\3Waﬂﬂjﬂlﬂﬂu‘ﬂ SEM Gllf)ﬂ“]fi@ﬂaﬁﬂﬁﬁlﬂiT%ﬂhlﬂ

g’; Y A =< I 1 Ao w 1 v
HUU uam"l’ﬂugﬂﬂ 4.5 G]NL‘]JHIHWE‘HEJ SEM nn1advg1e 30,000 N1 Tﬂ&lﬂWWi’JN‘W‘U’N
= A o JN YA o Y < A ' =2 A A Y o ' =

%T@"la@mmmiww”lﬂuaﬂymzﬂmmwmmmq G]S\illwaﬂﬁf]@ﬂﬁ’t)\‘iﬂ‘]Jg‘]JiNNaﬂ"Uf]\i

%10 ladyiia SUZ-4 nuluarudus Rszdand, 2550; Gujar 118 Price, 2002; Jaroonvechatam



57

A A = S o S Y o [ [
wazAmy, 2013) vazionsand lolagndunsizyla ludasiaiulas Tuaminy 75R:258

J J d Aa 4 ' o 1 g
uaz 100R:08 WuNdizUsnnaunuvestle ladytiaduilzilueddre asneunthiindsinglu

A X

1 < a § S 1 1 {
XRD pattern 238 8813 15na1uHav09lTuaud una U NYHIY d9nanavHIAveINanT

' Y
NS UN U

A 1 9 aan 9 a o w v = 4
gﬂﬂ 4.5 ﬂ1WﬂWﬂIﬂi\‘lﬁiNﬁﬁﬂ1ﬂ 3 ua aamaln SEM N1agvegy 30,000 GUEJ\T“I)’IEJUlﬁGl

[ J @ J 1 Aaa { @
SUZ-4 E’N!ﬂi13‘Hﬁ}’wﬁ]Glﬁﬁ’)l‘liﬂﬂillﬁ“ll@%ﬁ}nlﬂﬂﬂﬁﬂ%ﬂﬂWI%ﬂ“ﬁ@lNﬂu



58

a (&l AAa o 9 a @
4.2.1.2 WaMIUATIEUWUNNITUNE mamﬂuﬂmigﬂw"luiﬂmu
A = S W s Y 1 dy A A o
ﬁNU@]gW?uﬂ1ﬂﬁluﬂlﬂﬂcﬁjﬂqﬁﬂﬂﬁﬂlﬂﬂzﬁllﬂ IFH WUNHIIUNIS

= <} = (% A =t
ﬂiNWﬂﬁgW?HﬂlUWﬂmﬂ ‘lJiiﬂﬂigW?“Hﬁ')lJ HAagNIINITITMYAIVIIVUININTU guatmanil

a

o = 9 A ) o A =
Vl'lﬂ’liﬁﬂy']IﬂEJ“lG]ﬂ‘ﬂﬂUﬂﬂ’]ﬁﬂﬂ“]f‘l]llﬂﬁlluiﬂilﬂl‘lﬂqmﬁﬂﬂ —196°C AMONANITNAADINDIUY

U

[ ]

ToTamisumsgadunazmody danaasluzii 4.6 Tavnmswesdnuus lo Tmiiuinog

mﬂimﬁﬂuu 1l5g ﬂaumﬂiwmmmmaﬂua mmmamﬂuamiwm Sy cﬂa"la 1

Y_"M

dunszflalunndasaiulas Tuaveudwnavaedanilea szlsznou ldrognguman

Fluvdn

150 —®— 0R:100S
250 7 125
" —=A— 25R:75S

A
200 75 A e —®&— 50R:50S
4 -

50 —@— 75R:25S

25

—%¥— 100R:0S

150 4 °

0.001 0.01 0.1

A—A,—-Ai —
Y . || u L

-m_-_-—- ..,c.r- <X

'&553%3)&"00 >3 <

100 7

Volume adsorbed (cm3/g) at STP

50

0.0 0.2 0.4 0.6 0.8 1.0

Relative pressure, P/P°

a

d’ ad Y Y 4] d'
5U7 4.6 lolmisumsgaguuazmeduvesnd lulasoungungil —196°C U9
= 4 [ 4 [ 1 9 1 Aaa d' 1 [
#1o'lad SUZ-4 duaszinnoasiaiulas luaveudunauaodan lyanaiany
dydnvalasunumsgadyu dydnvaldununumsniody

3 g ! ) .
(gﬂgamﬂummamwaiumammwum ﬁaﬂgﬂuummu Seml-log)

ad o o v wAa 1
%'lﬂ"lglj't]iJ“ﬁulfJIGM“V]iiJfﬂi@]ﬂcﬁ‘ﬂ’L"f’liﬂiﬂﬂ'lu?ﬂ‘lﬁWﬂWﬁiJ‘]JGIEWE'HG]'NG]
v Ay Y vy 9 Ay ¥ A A o o A @
@w"l@ﬂan”hmmu Nﬁ‘i/lllﬂl,!ﬁﬂ\‘lsluﬁ'liNﬂ 4.2 mammuamgﬂﬂ 4.7 LaZHNaN1INITLI8N

~ 1 1 <= Y A d%l A o A
"U’E'N"Uu']@gW?uslugﬂﬂ 4.8 WUN ﬂ’lﬂ%i]’]ﬁigwgueuu'lﬂlaﬂll!lu')IullLWllgﬁ"Uu LUDNINITLINY



59

=l

= o S { o ' 1w
Ysuandwnavlumsduasied FeliarigegandasiaiulasTuaminy 50R:50S Lagn

q

v A § A o PE ' A
s liuvesmitlanas emulsmandwnavlumsduasizraulsn ludiuvestSinasg

1 [ ] =Y <3 o o [
wiuvwanatazvualng wunluua uasswnudSasguguvuaan dusua
4 o A Y 4 [
Pmasgnguswiivu liuaaas werhmamndSuandwnavlumsdunsizd ludiuves
v A Aa o 1A Y Y v S A2 a0 A X A4 A 9 9
MAUNAITUIZNU MBI TiuadenuaASas g uvNaEn SaaunuvuiloEylwan
LY 4 = -d' [ 1 LY 9
unavlumsdunsizn TasliaigaganonsidiulagTuaminy 25R:75S uazuud Iuszanad
' < Yo A A Y o 4
agnaiu 1dva woriulsunasdwnaulumsdunsizs
~ 1 vy Y 9 1 oA ~ 9 = 9 ] = %

nnuanna1 19edu nunauiagwgui laaziuun Tdusudedny
a =® 2 J a A A 49! ] [ [ [y
Usmnavoanand s ladwsiia SUZ-4 mnadu uazlusioasiaiuIasTuaminy 25R:758

A = P N YA Y 2 [ g’; A =y
uag 50R:50S auiagnguuesd e ladndunsizd laiam Indifeany mndumsiiulsu
[ o’d‘ (=t ] =
naulunsdunsizii 75R:258 99 100R:08 WUTNIsaAaUIAISUIATINFUTIY
< =2 1 A Aa o 3 a X ~ &

Wmnasgnguvnaan sademiunmis e e unanininmsnaiuvess e lad MER
anu'ldlumaves XRD 1'1dna1n13419@u 910519911 U04 Jaroonvechatam LAz AME (2013)
= = A o S Y I A ~ 9 1 19
Fanund lo' ladgnduninz 1ailu MER uaaauiiaswiuniosuny

U Q

Y = o’t:' [ s ¥
Naﬂ13ﬂ3$ﬂ1ﬂ@?ﬂlﬂﬁﬂlu1@§W§UﬂWﬂﬁlu“BT@UlaWﬂﬁﬂlﬂﬁWgﬁulﬂ 15319

[

A 1A (] A A Y 1 < °
aa51n 4.8 W’]J'J']llfﬂiﬂ§$%TEJ@]’JHJuWﬂ“VILLﬂ‘Ulla$%QL%U1U%QQ§W§uﬂlu1ﬂlaﬂ (<20 A) 1aad

U

I~ 1 (Y 1 < 1 o [ ' o o
Ifwuniimsnsznedalugsgnguuma@nedsainaue suruzluuunllvesdlolad

= @ g o Y1 A o A 19
uazmﬂgﬂmmnuu fNLﬂ@']hlﬂ’Nllfﬂﬁﬂ§$‘DT?J@]’JGU’ENEW?HSUHWIGHGQQ'J?J

Y
a

~ A A A = s A
AN 4.2 mj‘umwsuuazmuwummawia"lam N

U q

[

d Y [ 1 Y
UATIEHAe0aT 18U Iae Tuave -

UNAULAZFAN l¥ana1any

Sample Sgr Total pore Volume | Meso- and Mecro pore Micropore Volume
(mz/ 2) (cm3/ 2) Volume (cm3/ 2) (cm’/ 2)
OR:100S 309 0.274 0.153 0.120
25R:758 334. 0.199 0.064 0.135
50R:50S 312 0.191 0.053 0.137
75R:258 285 0.190 0.073 0.126
100R:0S 223 0.164 0.076 0.088




0.30
LN (a)
0.25 1 AN
. \
en 020 - o Total pore volume
b e
~
= ] %) (72.%) °
§ 0I5 N e78%) U2%) (63 30)
a>) 010 A (44%) \, Micropore volume /(%) ™ ~_ \(53.4%)
S N\
Qc-i o-__ - ©0——-"0
0.05 1 Meso- and macropore volume
b 340 (b)
= 320 1 e ~
5 of N
§ 300 1 N
o “a
S 280 - \
—
2 260 A \
£ \
)
o 240 1
& \\.
I i
m 220
M
200

ua

A
31 4.7 siaguguves

U q

OR:100S 25R:75S S0R:50S 75R:25S 100R:0S

Molar ratio of RHA and silica solution

= 4 [ 4 [ 1 9 ]
#¥1o'lad SUZ-4 duasignnnoasiaiulas luaveudunauae

Aa

H 4 H
Fam Iwafannu (a) USunasgngumelunaazwiia taz (b) MnunET iz

60



0.06

(10,51 A)
0 11.45 A)

_ 10.18 A

o 0.05 ( ) .
= ) 11.44 A

g (8.67 A) { )

~ 0.04

g

2

S 0.03 1

= N 0

S 0.02 v DO

: 14

= P ]

55 )4," 2 T
S oo | . » N ~“"100R : 08

, L \J N 75R : 258
w 50R : 508

Micropore 10 A 25R : 758

100 A OR : 100S
Mesopore 0
1000 A

Macropore

A @ = J [ d o 1
g‘ﬂﬂ 4.8 fﬂiﬂi%%18@3‘"@\‘]31"1?1&511811!%1@1@@] SUZ-4 d N1 NNDAITIAIU

Tag Tuavouttnavaosan Igana1any

[ o v Aadg L a
4.2.1.3 M5IAANULT AT INUVOIR IR UINIY UATAVUNURD

[ I A A = A o o
msmmwmﬂuﬂsﬂuuwummmﬂ@‘lawmmﬁwww

v

14 Warsanan
o = o A d v o ] . . A T 9
msgadunuaiives luanaunaniwwa Audumiianga (Active sites) 1logluInsead

dy (2] = 4 a o ] {
Tuauiidnu lasldunauen Tuile (NH,) el sziiuanuusatazlSnavesdian

I dy a a Ad O a @ o A o
LﬂUﬂiﬂﬂuqu'J T@EJ‘Wm‘imwmqmwgummﬁm@mimﬂc}m L!agﬂgﬂ1mﬂﬂﬂllﬂﬁﬂgﬂﬂﬂcﬁﬂ

v Y
AUA1Y Funatailizon NH-TPD 910HaN15NAA0IN)

[

RIZPN

~ A o s

1@ T ladndunsizy 1dae
' 9 1 aa A o Y A o a X2 A
dauTag Tuardwnavaedant Iaanarenu lagsauudalifindygia TCD tnauun

Ao & o =R ' ' [ P~ A o ' Vv
gunglaniunan Fe0g1ua9 150-200°C A931/7 4.9 TaghansiaauTagluaminy OR:100S

25R:75S 118z 50R:50S wuiianavunguvgiIndifeeny uanoasidiuTasTua 75R:25R uaz

A A a dﬁf AA o 1 g}z o VoA g dy a =
100R:0S WﬂﬂWﬂlﬂ@%uﬁlu’qu{]Mﬂﬁ1ﬂ’ﬂ Lw51gazuumgmmmﬂuﬂmuuwummaw

I o R 2 2K o i ' . . 2 A
I@Ulﬁﬂﬂﬁﬂlﬂi1$ﬂulﬂﬂﬂﬁﬂﬂu HEAIDNA N UNUDINTADDU (Weak acid sites) SYANIITUIIIN

Ad a o ] A Ad < @ ada X
Qmﬁgumﬂﬂﬂ”ISﬂ”IEJG]ﬁJGIJi’NLLﬂﬁLL@MT%JLuEJ MY URNANIINANULVITIVDINUTELIANNNATY

g}/ o 4 o 1 1 { I 1
“l,mumumig]wu TUUUA A UIUDINTADOUNATIVNDY D10 Y UNAVBINTABOUDIN

[ { I~ o [ ]
NQ¥ Terminal silanol (=SiOH) MY UMM UINTADBUVDIVTOUAIAA (Lukyanov Hagnale,



62

Y 1
1999; Bucko tagAM, 2005) UaALHIBINH U491 UNa1nA1H U Bridging hydroxyl
. . . % I o 1 I
(=A1(OH)SI=) UBINTAVTOUALAA (Bronsted acid site) BUT U trdsvosnsaudanselu
o 1 =Y 1 1 ] = o ] { J
Taseaied@Telad  uaoranululSuandesuing arumsiadsnadumiandunsauu
&l a = A @ S Y a Y 2 A A [ zg a A
HuArveIs o laanduasizn 14 AorsanldvnindSuauenTuilisfgaduuuinurai
a A o tg A Y A (= L Y] dy
gl 100°C WiomuInMINNURIANT IR U7 4.9 wuniiaraeae 111 0.746 0.737
A o w Y g I o 4 v
0.736 0.556 tiaz 0.477 mmol/g IagizeaciauamuLsuaunwnaunlslumsdunsizvianiios
¥y v & o v A
Tdu1n anmamsnaaeesiedulie mMsanasvesnNussazlsavesdumianilunsa
A a a /e o Y o ' S
VUNUAIvesE 1o ladgndansied areeasiaiu lasTua 75R:258 uag 100R:0S (Hunan1a1n

~ v = 4
m3tioguesdlo lad MER

100R : 0S

TCD Signal

OR : 100S

100 200 300 400 500 600 700

Temperature (°0)

5141 4.9 NH,-TPD profile 403 10 lag SUZ-4 Funsizvinindasidiulae Tuaveudwnauae

aa d‘ 1 Q
Fan lyanaany

d o 2 ¢
422 wavesszaznallalasmasianamsnavuvesdlelanytia SUZ-4
a 4 9 = a
4221 WAMIAATIZH IATIa1IwNan laamaiia XRD

] dy o = J o [ 4
1uﬁ3uu ‘Vl'lﬂ']ﬁﬁﬂ]f:l']igﬂ$L3ﬁ1l‘laiﬂﬁlﬂf]ﬁﬂa"“@ﬂﬂ']iﬁﬂlﬂﬁ'l$ﬂ

= 1w

= d A v 1 dy [ a Y o ]
%o ladwtia SUZ-4 asae 111 12 3 4 5 uaz 7 70 Tasliguugiininy 150°C l9oas1diuTag

3

1 aa [ { o 4 4
Tuavoudunauaedan Iyaminy 50R:50S tazaanonitdiulas Tuavosesnilsznoudu



63

Y1 oa ' A a 7 ¥ = A oA
Thgwdn wua1 Tugdi 4.10 XRD pattern 910015315124 Iaseaiuwanvesd o ladn
) N ¥ A S w ¥yI o P
Funsizit la mnawaveamsasunasszeznarlalasmediia vaaslimunmsdunsizs
= 7 o Aa o s Yo ] = d A g o Y
#lolaanszezina 1 W maasann lagd linua Te ladesiia SUZ-4 911miumsdaunsiziae

J o [ dy Y I a dy = d A A
szazinarlalasmosia 2 Suau'ly uaaaldiunsinavuvesdIo ladwiia SUZ-4 1o
a Y] ' . ° 1A ~ S A A 1A 9 A X
N1TUIA28A1 Intensity & a1ruafinvesd loladsiiail wudiuud Iduiyiuaiy

Jd v A A A Jd v [ (Y [
szozialalasmesia uaziGuasnnszeznallalasmesiia 5 uaz 7 71 uadalununis

a d%l = Jd a d’ [ 4
nauuveed 1o ladstiadulumsduniizv

o S <Y J o o A o S
miduasizna 1o ladateszeznarlalasmosiia 1 U vaasumn

Y
latiGenni1ezgi TugainaodaIgIu AIMT18971UY09 Vongvoradit 112 Worathanakul (2012)

E4 9 v
”lﬁ}ﬁmmﬁmmﬂﬁzﬂznaﬂuma'laimmaé’uaﬁumu‘lﬂ llﬂJLWEJ\‘iWE)ﬁﬁﬂﬁ%ﬁLﬂ@ﬁZﬁ?ﬂ

=2

M
Aa A Y ¥ o A J v =2
ponu1vngamnitudiunanld nasaminszeznarlunislalasmesiauiuayuiv
o Y1 o~ A o N ¥ A v 2 o ¢
Faunalain #loladndaunsizh A nu@NIL¥HA SUZ-4 110N 1agmsaunIIzy
J J v § ,§ J & A T Aa I
%10 ladaaoszozinar leTasmeSiianuiuiiu dinaliasasduniiog inailudlolad 1duin
g [ 1 9 A A < 9 1 19 [ 9 [
¥ anu e 2-4 W vazisulasuulasdniesluge 5-7 7 uanisleszeznaiuni
g o q ¥ =2 Ay v £ 2 = I o 2 Y o
1y 91m I Snaveanani laanas Fuiluwamneana e laandunsizy ldazarenay
< 2 v A P 9 1A A = 2 9 Ly ,
Fumsasdu wie lihinailulassaswlvunianuadesuinvuld (Palinks ag ag, 2013;
. : oA a X 1 [~ a v 14 .
Breck, 1974; Chang 11a¢ Shih, 2000) #3% To'ladgnnaduaiulng fundasusivearans

= ®K A a d g 9 U Z}, [ 4
11083 (Metastable product) muiammﬂﬂmqmmwuu% TuserinTunouMsaaURTIZH



64

® SUZ-4

7 Days
5 Days
4 Days

MJUAAM._AMUM‘___}E%

2 Days

Intensity

1 Day

XRD Std. pattern

T T T T T ——r T m— 4 — T

10 20 30 40 50
20 (degree)

A A ¢ o ) o A1 W
3‘1]‘1/] 4.10 XRD pattern 511?]\1“])'1'0”1'@@] ﬁﬂlﬂi?gﬁﬂﬁﬂﬁzﬂgnaﬁlklﬁiﬂﬁlﬂ'ﬂﬁﬂﬁﬂﬂ']\iﬂu

18z XRD pattern UUUIIATIIUVDF 10 lad SUZ-4 (Price, 2001)

¥
A A

a = o 9 a Y
4.2.2.2 WaMIUATIEUWUNNIVUNE ﬂ?ﬂlﬂﬂﬂﬂﬂWiﬂﬂ“ﬁUquIﬁﬁlﬂu
Aad [ Y = o’d’ [ 9 ¥
]1@I“ﬁlﬂiﬂﬂ?if}ﬂ%ﬂ!kﬁ$ﬂ18%’ﬂGU?N"BI’E]llﬁ@‘l/]ﬁ\‘llﬂi”lgﬁulﬂ IMNHAUYDN
A J o [ A 1A o ad o ]
ﬂ'lﬁl,ﬂﬁﬂullﬂﬁ\‘ifig83!;'3'@111@1@151,7]@5“@1 Llﬁﬂ\‘lﬂﬂgﬂ‘ﬂ 4.11 WTJ'J'I?Jﬁﬂ‘Hm$GlJ’E]\1vlﬂI°h'!1/]‘iiJi]ﬂﬂ§lj

{ ' @ A ) o A A o J
Tugtunu® 2 wuReanumsnaaesingd d1150% lo laandunsizialeszezinatlelas-

Qlda!

Jd o 1 = o Y A o A v o v A v
Mnosua 2 'Juellullﬂ LL’ﬁ@NﬂT]JZi1]WI‘iﬂWiﬂﬂG]f‘UGl,ﬂaLﬂﬂﬂﬂuﬂﬂ1ﬂ31hﬂuﬁuw1ﬂﬁm€l’)ﬂu uag
A A v A I o Jd Y @ < Yo 1 ( v a X Y
Lil’é]!,‘1/]EI‘]Jﬂ‘]JG]fIEJVlﬁ@WIﬁ\Hﬂ‘ﬂ$1’iWJEJiZEIZL'Jﬁ1 19U L”Viullﬂclfﬂ’ﬂﬂ5M1@§ﬂ1§ﬂﬂ°ﬁﬂlﬂﬂﬂluuflﬁl
A ' 2 9J 1A 4 A o o 1 dy ~ wa
Un mmnﬂanmuuﬁﬂﬂmwmwia”laﬁ SUZ-4 ‘ﬂmmiwﬂumuu i]ZiJ’dlIUGIEW‘ELl
= 9

Y A (% an [} V)
Tnapeenu uaza3a3JTucmm@aamgmﬁﬁuumwwuaﬂum

U U Q



65

250

200

150

100

50

Volume adsorbed (cm3/g) at STP

0.0 0.2 0.4 0.6 0.8 1.0

Relative pressure, P/P°

a

A ad 9 o o A
:.ji“]J‘l/] 4.11 "l,aMm'mmisg]mm1,Lazm&mmmmuﬂﬁlluimmumqmwﬂu —-196°C

U

=

J <Y do A1 o
GU?NCHIEJUlaG] ﬁ\uﬂi'l‘éfﬂﬂ?ﬂigEJ%L’JaflEIIﬂilfﬂf]iiJﬁ‘ﬂﬁNﬂ‘Ll
o Y J o [ o o o )
ﬁiyﬁﬂ‘ﬂmﬁﬂ%tﬂuﬂ1i@ﬂ%ﬂ ﬁﬂgaﬂym%mmmumimwu

3 g ! v o .
(gﬂmﬂuJummamwaiumqmwmum ﬁ'ﬂﬂgﬂuummu Seml-log)

ndeyale Tanfiiuvesnsgaduannsamuramaamiagnyu

U q

a199 a9 1dnan 13dedu wanlduaasluaisien 4.3 vietndueasgli 4.12 nazgwans

1 =

1A ag A o I
JWIUANW) UAUNUVULUDTIUATIS VY

U q

NI21AIVOIVIIAINUAIGUN 413 WU auiid
sy o ! o o A i A g a v

To'laaaaeszezarlalasmeivaninnan 1 Ju asll milSuasgnguamaian duus Ty
S v A qu o A ' o o L {

anauaniey e ldszezinarlalasmesvaumanlugie 2-4 Ju nawiniuaitinans
Y ' < Y o 2 o a 9 ]

mn Tiuaaasegiuinldsa Fadanusniuur TiuvesanfSuasgnguvnanalitazva

9
T nazdSuasgngusiviu naawwalunnassnudwnueur TduvesafSuasgwgu

Y
A

< 1 1 A o 1A 9 3 v A o 7 '
vuUIaLan {luﬁ’luﬂ]’l’)\(}ﬂ'lwulﬂwqﬂuw'lg W‘lJﬂiJLLu’ﬂuﬂJaﬂaQLaﬂuE]EJLiJﬁJﬁQLﬂﬁZW“HI@“lﬁﬁ

Do

o

v ¢ o A 2 A 4 wa A
maszﬂznm"laimmm anuIuay Mnrannandantansunasuudasannnaves

u Q

s a X ~ 3 Y 7 ' @
izEJzna1"1aimmmnamﬂmmwmmﬂu@ﬂlw1uu1u%3q 2-7 I

Ay Y o vy 9 ! s w @ '
mﬂwam”l@ﬂan”hmmuclumwzaznm”laimmaim 2-7 31U WUN

i z 4

Y YA 1 Y 2 [ 1 dy =\ = Jd A
Lﬂﬂ%‘ﬂﬂﬂllﬂflﬂﬁm&l\iﬂuuu Lummﬂumuuwmwawia"lmwuw SUZ-4

)
z
=2
=
ean
=
oan
=
=2
)]



66

Aa dﬂf ~ Aa A ~ [ <3 9 1 A Aa s Y I
INAUVUINYITUALAY Iﬂﬂﬂﬂ'ﬂﬂLWIfWI'NLaﬂu@ﬂm@QﬂWﬁllUﬁﬁWiu‘ﬂ'J!‘ﬂﬁWz'ﬁulﬂ o190 uwau

U q

= 9 =\ 4 ~ 9 [ Jd o dy ]
mﬂmmmﬂﬂi“luiﬂiﬂﬁﬁwewiﬂllaﬂ SUZ-4 Vlhlﬂﬂ'lﬂﬂ1ﬁﬁ\1lﬂ§'lgw PN Glumdizﬂxnm
7 U= TR P % EA a =
ulﬂiﬂﬁﬁ/l@ﬁma 239U HJu‘])"NLLiﬂm@QﬂWﬁLﬂﬂWﬁﬂGﬁI@Ulﬁﬂ SUZ-4 UU LﬂuwaNTﬂTﬂﬂ'ﬁlﬂﬂwaﬂ
] . < [ - Yy 2 A a 2 ' = = =
Glﬁll (Nucleation) Lﬂuﬁaﬂ ﬁ]\?ﬁ\iwaclﬁwaﬂVILﬂﬂGUUlli]LﬁﬂfJﬁ!LﬂgiJGIIH"IQEW?uVIﬁﬁ']ﬂTTa']EJ
¥ A qu 7 o I Y 2~ = 2 =
mﬂuum’aalﬂﬁzEJzLQmUlaTmm@iaJammm mwaiwwmummmnmnmmu WNUNITANAN

< g Ag o 4 1 a
antesvesffinasgnguvinaan Mdlulaseadwnanvesdlo lad suz-4 dawalril5uasg

1 [ 4 J o { 1 3’, [
NWIUIINAAA 1uam6ummsmmiwwﬁ'wizaznawllaimmaﬁ a‘ﬁummmu (5-7 1)
' < 2 g 1 2 Ao MY LA A
Wmm?mmgwgummmaﬂa@m “If\u‘]JuWﬂiJﬁ]"lﬂ mqmmmwaﬂwmmiwﬂﬂ LIUUNIT

@ A a g 9 A = 1
azmﬂﬂau“lﬂ L‘WEJLﬂmﬂuiﬂiﬁﬁﬁﬁ%ﬂﬂfﬂmﬁﬂEliiﬂﬂﬂ’ﬂ

=

o ~ A o N ¥ o

Nﬁf‘ﬂiﬂigi]WEJG]’JSUENGUH'lﬂ;iW?UﬂWﬂiH%I@qﬁ@%ﬁﬂlﬂ51$W1ﬂ !Lﬁﬂﬂﬂ\?qﬁjﬂ

4.13 ‘W“]J'Jl'l "lajﬁmiﬂizmﬂéf’sﬂmwum;s‘w;iumfflmlmazgﬁiu%mmaﬁmgm (5383&3’6’11

7 @ o y A v o A w ) ~ @

"laimmaiua 1 TL!) ﬂWﬂu‘L!LﬁllLlﬁﬂ\ﬂﬂL‘Vi‘L!fﬂiﬂi81i]WEJG]’J1/]"lfﬂli]ucl,UIﬂi\?ﬁiNeU@\i%T’ﬂhlaﬁ

a o A Ao ~ 1 <

¥Ua SUZ-4 Tﬂ‘(’lfﬂﬁﬂiZiﬂﬂGl’Jﬂlﬂ\ﬁJHWﬂgwqu W‘U‘Wﬂ‘n%mﬂumqﬂummwgummmm
[ =1 o ~ 9 = gd 1 1 1 °
L‘H‘lefJ'Jﬂ'Uﬂ1§°VlﬂﬁE]\1°Vll,l,a’JI@EJWﬂullﬂﬁlgclu%’N 11-12 A

A

A Al a = S A o d Y o A
A1T19N 4.3 ﬂ’iJ‘iJ@]iWi“LJLLﬁZLﬂJJWﬂN’Jﬂl@ﬂ“h’jﬂllaﬁ mmmiwzﬁmaszﬂzna11@1@3;%@3 an

U q

AN
Sample St Total pore Volume | Meso- and Mecro pore Micropore Volume
(mz/ 2) (cms/ 2) Volume (cm3/ 2) (cm3/g)

1 Day 8 0.013 0.011 0.002

2 Days 321 0.204 0.064 0.140

3 Days 319 0.19 0.058 0.138
4 Days 312 0.191 0.053 0.137

5 Days 310 0.192 0.063 0.129

7 Days 310 0.195 0.066 0.129




0.25

(a)
—~ 020 1 P 4 e —_-»
) -@
s / Total pore volume
= /
i 70.3% 0
S 015 (68.4%) (70-3%) (T2%) (61800 (67.7%)
g / T~ —
E / / Micropore volume/(%)
S 0.10 A ///
g / Oo— ———0
= 1| — —
0.05 1 /// Meso- and macropore volume
¥(17.6%) . . . .
NE 300 A /
—~ /
<
o /
S /
Y
E 200 1 /
5 /
7
o /
= /
8 100 1 /
o
Z /
= /
= .
0 T T T T T T T

Hydrothermal time (days)

d’ Y = J @ J Y J v d' [ Y
5U7 4.12 auiagnguvesdle lad dunszrideszezina lalasmesianaieny

Y H
(@ 5nasgngunelunaazsiia uaz (b) MWUNAITUNY



68

(11.92 A) | (11.95 A)

0.06 A)

(115
(1131 A)

0.05 °
(11.28 A)

—_

o0
e

g

2

o 0.04

g

=

£ 0.03

E A

S 0.02 - i i<

o

— e -

S - :
S 0.01 ' —_ 7 Days

P . Days
0" 35A) 4 Days
~ 3 Days
Micropore 10 i 2 Days
~N— . \\\.‘ /
100A -1 Day
Mesopore o
1000A
Macropore

A v = J o I Y
77 4.13 mInsznearvesgngumeludlelad dunizrideszezing

lalasmasianaianu

[ o v Aadg A A
4223 M3IAAMNLSIazUS IaYeImuHUINUNTALUNUED

1% a o ] ) 4 a
ﬂWS’Jﬂﬂ’JWJ\ILLﬁQLLflg‘IJﬁJ”Imﬂlﬂﬂ@WLLﬁudﬁlﬂUﬂiﬂDUﬁUN’J U

~ S o ¢ Y S w A )
%Iﬂhlﬁ@ﬂﬁﬂlﬂ‘ﬂgﬂ ﬂ’)‘(’ligﬂgllt’IWLlaiﬂ‘ilﬂﬂi ANAINNU

D.

1Anaves NH,-TPD profile Aag1i
1 a Aaa [ A 9 @ < Y d o [ v
4.14 Wy ezl TuGamasdugiu Nlanndunsiziaeszeziaal lalasmesia 1 Ju 1

3

i
S A 1A

Y 3 < A a &~ J A o v 1 o
LLﬁ@QiﬂlﬂuWﬂﬂUQ‘BﬂUWNLﬂuﬂi@UHWHW? "l]'lﬂuuclfiﬁlllﬁﬁ SUZ-4 ﬂﬁﬂlﬂﬁ'lgﬂhlﬂﬁﬂllﬁ 29U

tg Y I 1 Ao [l [ dy a [ ] =] =
Glluulﬂllﬁﬂ\iclﬂlﬂu'ﬂ UAUAUIVDINTADDUUUNUNT (100-200°C) AUBUNITNAADINUAY K

' ° oA g ' = = 3 9 y A 2
W1J’J1ﬂ’31ml‘i\‘lﬁll’élwnl,mudﬂlﬂuﬂ‘i@@’é]u llmilﬂﬁfluuﬂ’dﬂmﬂut’)ﬂ Tﬂ&lwmm’ﬂum‘wm"uu

A o I J Y J o A d? a 1A @ @ £
Lll@ﬁ\‘ilﬂi1$ﬂ‘;]51ﬁ]llﬁ§l ﬂ'JEJ‘i%EJ%L'JﬁWllaIﬂiL‘V]’ﬂi ANUIUVU Nﬂ'lt;fﬂf:fﬂ’f]gﬂ 49U NadNU

o

J A v A 9 o T Aad =
5363!’3@1131@51,1/]65 a‘nummmmwaleﬂammwmmgmmmﬂuﬂmaﬂm i’JlIﬂ\‘]Glu
[ =Y o VoA g 1 dy a 9 [ ] =) @ a0
ﬁ”Juﬂ‘iﬂﬂm"Uﬂ\‘mulﬁuQﬂlﬂuﬂiﬂﬂﬂuﬂuqu’J wmmﬂuuGluaﬂymm%ummﬂu Iﬂﬂllfn

fane 111 0.028 0.520 0.529 0.787 0.503 LA 0.409 mmol/g Faiseamuszezarlalasimes
o 9
wavninteslduin



69

/N
/ \
/ \
4 A 7D
// /\\\\ L ays
/ N~ —— —~— e —————————
/ \
E VPSRN 5 Days
&0 - / \\ ~——— - — e ——
n /o N
A a4 \ N
O / \
= 77 \ e 4 Days
i \ e — —
/ \ —_—— i — —_
N\
/ AN _ 3 Days
2 Days
1 Day
100 200 300 400 500 600 700

Temperature (°C)

A a ’ o 7Y o oA W
:.ji“]J‘VI 4.14 NH3-TPD proﬁle GU’E'N“]iI’E'JUlﬁG] ’L’f\‘ilﬂi?&"ﬂﬂ’JEJiSﬁEJ%L'JCﬂUlajﬂ‘im@iua‘ﬂ@]Nﬂu

Al d o 1 a é’ = d A
423 wavesungilalasmesfanamsiiaiuvesilolanstia SUZ-4
a 4 Y = a
423.1 HAaMIAATIEH IASIa319Wan laematin XRD
1 dy o = a Jd v [ J
Tudquil MimsdAnyiguugilalasimesia von1sdunsiz
Y

%o lagwiia SUZ-4 aaae 1131 120 130 140 taz 150°C Taaldszezina 4 Tu 198as1a1ulay

1T Aan [ [ 'n./ 1 4 4
Tuavsudunavaedani Iaaminy 50R:50S tazadnonitaiu las Iuavesosnilsznoudu

v
=

Y a 1 ~ a 4 Y = = 4
1Hguan wuan Tugaa 4.15 XRD pattern 910015105124 Insed51ananvod lolad 7

o N Y A A I Y3 1 a o oA
ﬁﬁlﬂﬁ?gﬁ]lﬂﬁnf]waﬂl@ﬂﬂ?ﬁlﬂﬁﬂuuﬂﬁﬂﬁ!mﬁQllllaiﬂﬁl‘ﬂﬂﬁllﬁ Llﬁﬂ\‘l‘lﬁlﬁuﬂ']wa@lﬂm“ﬂﬂ

o Y a Jd o ' a X ~ 4 9 A
’(,’Nl,‘ﬂ51$Wﬂjﬂqmﬂgilhlaiﬂﬂﬂﬂﬁﬂa 120°C lliJW'IJﬂ’liLﬂﬂ“Uu(’U@QcﬁI@hla@ SUZ-4 Iﬂfi{l'ﬁi'l\‘ﬁfl

a

YR I aa @ gy A = 4 A o o d Y
"lﬂ%uﬂumguiummﬂmaﬁmgm mﬂummwwﬂ’a"la@ SUZ-4 1UDNINITAUATIEHAIY

a Jd o 2 A a 9 J . o = = J
@mnm"laimmama 130°C 6U”Llll“lJ LB NIITUINIYAI Intensity muwmwmmwia"la@

Q U

de

a J Y A

a SR A 4 =\ ,3 1 I~ Y o 1 a
wiial wulsunundndlelad suz-4 Huur Tdumvivediuiulada Turisgungil
Jd o v v =2 2 AA a Jd o ' v
laTasmesiaminy 130 da 140°C nazGunsnngungil laTasmesiiaminy 150°C
dy a J o o I 4 ' 1
TuamtiguiigiilaTasmesialunmsdunsizidlelad ervdinane

anweusalunmsazatesvesgamanidnan luasazatod Fans ldgurgi lalas-

Jd o -2 aa o 1 aa 4 I Y
moasuamiIny 120°C G]fﬁ!,ﬂ@]ENlliJﬁ']ll']iﬂﬁga']El’E]’ﬂﬂiﬂﬂ'lﬂcﬁﬁﬂ']!,ﬁf)l,ﬂl.lﬁ']iﬁ\?g]juulﬁj Tﬁ’ﬂ’fﬂﬂ



70

1 =}

I Qtdyd 1 £ =2 1 Y A A
L‘IJ‘IJNﬁJJW%Wﬂ U PUHHNUUAIANUNUAVDIUIAADUUIGN mmwaﬁlwmﬁmaauﬂumi
v a o Y Y v o a = 1R o a A a & a ¢ v
VALTYIAIVDITTITIAIA U ammmﬂﬂwaﬂ“lwmqmmumzmmﬂumia"la@ SUZ-4 Ulﬂ Tﬂﬂ
a o a d o J ] o d 1 a
ﬂﬂ@mfgamuﬂﬁqmmu”laimmEmJa *ﬂgﬁx‘lWﬁﬁﬁ?ﬂ@ﬂ%ﬂﬂﬂ1iﬁ\ﬂﬂﬁ1$ﬁ LBU ﬂWilaﬂﬂ!ﬂﬂ
=2 = s 'z = @ 3 & =
GU?NINﬁﬂGIiI@Ulaﬂ AUNAFITATUDINITANNAN !Lﬁ$ﬂ?ﬁﬁﬁ1ﬂ§]’)ﬂﬂ?ﬂi’3ﬂlﬁ’)ﬂlﬂ\‘]W\Iﬁf‘l\‘]Lﬁﬂﬂi

(Breck, 1974; Szostak, 1989)

® SUZ-4

fn)
-5 0
5 140 C
=
130°C
e — 120°C
] XRD Std. patter
N TV Y o | S SO Ot
10 20 30 40 50
20 (degree)

~ = Jd o <Y a PR @
JUM 4.15 XRD pattern ¥09% 1o lad dunsizidroguugi lalasmesianaany uag

XRD pattern gﬂgmummgmmmmﬂaﬁ SUZ-4 (Price, 2001)

¥

a 4 {a o a )
4232 NﬁﬂTi’J!ﬂﬂ%WﬁuﬁN’)iﬂLWW ﬁ’aamﬂuﬂmmﬂmﬂuimmu

G

A o

ad @ @ = 4
loTmnsumsgadunazaesuvosd o laa Nduasizi laninnaves

>~ a v o A VA 4 A o 7
m‘mJaﬂuuﬂmqmwgu"laimmmm L!ﬁﬂ\iﬂ\‘igﬂﬂ 4.16 WUN “lfi'é)hlﬁ@ SUZ-4 NI 1eH

[ J a

latianyaziruReInunsnaaINudl nannuaezgl ludanaedagiuinlainnis

Y

Y
a = =2 Y a

o P v a gl} 2 Y
mm‘iwwﬁqmﬁnn 120°C Nﬁh?ﬁiﬂ?iﬂﬂ%ﬂlﬂﬂ‘ﬂﬂﬂﬂﬂh'lﬂ mﬂuuﬂmwﬁummqmwgn

U
s

v ' Y ]
leTasmeiiamlnglolad suz-4 idunsigd 18 HilSuasnisgaduiuiy Taoisuiia

a

{ o 4 o

Y A [ = o 9 a ° ° A [ [
“l,ﬂammﬂumewiallammmmiw‘wmaqmwgu 140°C 1iag 150°C NAIANUAUTUNND

S v
RYINU



71

200

150

100

50

Volume adsorbed (cm3/g) at STP

Relative pressure, P/P°

A ad @ o 24 A a
JUN 4.16 loTwnsumagaduuagametuvowna lulasnunguwgil —196°C
= Jd w <Y a PR @
GUfNG]fI’E'JUlaﬁ ﬁﬂlﬂinWﬂ’]ﬂ@m‘ﬂgllll@Iﬂﬁl‘ﬂﬂillﬁ‘ﬂ@]'l\iﬂu
o @ I o [ % @ o o
ﬁiy‘ﬁﬂﬂmﬁﬂnlﬂuﬂ1iﬂﬂc}fﬂ ﬁmuaﬂym%mnl,mumimwu

3 g ! v o .
(gﬂmﬂuJummamwaiumqmwmum ﬁ'ﬂﬂgﬂuummu Seml-log)

ad [ o 1 A 1
mmﬁ’auﬂa”lﬂ%msummwu FIWTOMUIUNIMTUUAIWIUAN

v
[ I

i Idnan1dedu wan lduaasluasiei 4.4 vieruaueasgii 4.17 nagwamsanszae

o

o ~ oA A A J o Y a <
oA uIln 4.18 wu iWemuguugil lelasmesia lduSiasgnguvuia@n

I o o

~ vy A 2 @ v = 1 A Aa e =& Y
%@QWI@%ﬁ@]ﬂﬁﬂ!ﬂﬁW%ﬁllﬂlWiJ“llumﬂu@fJ FANDIATNUNAIVUNIS "]5\15]$W‘]J!LU'JIU3J1UV”Q

2
ISP 1

9 9
@ [l = o 3
assnudminuafFinassnguvmanatuazauialug uazdsuiasgngusu v stierniu
a Jd o 1 1 a =K A o é d' a :: a =
L“Wi”I$’Qm‘ﬁ{]i\l‘1ﬁiﬂimﬂillﬁﬁﬂWﬁ@@ﬂTﬁLﬂﬂNaﬂ%Iﬂqﬂﬁ FINYWUHHUAT (130°C) MsnaNan

] 1 [ a o 4 {
113) (Nucleation) ¥1ANIHAVDIDAT 1IN TIAU TAUDINAN (Growth rate) 11 1 HANE 1o ladhn

a

(% o 1 1 1 wa 4 [
ﬁﬁlﬂi?%ﬁqﬁjﬁﬂlHWQﬁﬁaiﬂﬁﬁw UHASDIITINADTUUATWIU Lﬁa@mﬁnuqq (150°C) 98191

U q a QU

a 2K A A 1 o Y KX A A ] 1 1 9 [ .
m3av IavesnaniHanuInn TlWiTiWﬁﬂﬂJﬂluWﬂ‘ﬂiﬁiyﬂ’ﬂ HAZABUVNHUIMUY (Tsai LA

I o s

A Y < o =
AME, 2009) %1ﬂ;§;ﬂ“l/l 4.18 Llﬁ'ﬂﬂsh"iLWHﬂ15ﬂ§$ﬂ1€l@]T’U’fN§W§HGlu ﬂl@ﬂcﬁiﬂhlaﬁﬂﬁﬂlﬂi'wqﬂ

Y a S w A [ = S a A o S Y A Ao ~
maqmwgu"lahamama‘ﬂmdﬂu %T@"lamu@ SUZ-4 T]ﬁdlﬂ'ﬂwfiklﬂ NUNANFALIUNG A



72

1 < ' I o ¢ a Jo 1w
Tugregwguvmadn luamdlolaandunsizridreguugiilalasmesiaminy 130 uaz

= <3 ~ Yy o
140°C ygwanvuaman 2 mumm“lﬂammﬂu

0.25

0.20

0.15

0.10

Pore volume (cm3/g)

0.05

C
[@\|
E 300
<
e
<
S 200
&
—
=
w2
©
g=
S 100
o
w2
H
a8
m
0

A wa a ’ o g a s A
31]1/] 4.17 ﬁNU@]gWEuﬂl@Q“D’I@qﬁﬂ ﬁﬂlﬂi?gﬁﬂﬁﬂ'@ﬂ!nglllajﬂil‘ﬂﬂﬁ ANaN

(a)
*— — — — —o—_

/ Total pore volume =~ — -o

/

/ (61.7%)  (653%)  (72%)
/ /k - Micropore volume/(%)
/
/S —— o
/ // - T
/ £ Meso- and macropore volume
s
/ (5%) . . .
.
p————
/
/
/
/
/
/
-
/
/
/
‘ . . .
120 130 140 150

Hydrothermal temperature (°C)

@ 1

1 a ! &’ {~ o
(a) ﬂ?mmgwgumﬂimmamuﬂ uag (b) AMNUNRIT U

(%

U



A wa = Ay a = ¢ A J Y a Jd o
19190 4.4 ﬁumgwguuazmuwummewie"laﬁ wmmiwwwaaqmwgu‘laimmmu

73

ahn
AN
Sample Sger Total pore Volume | Meso- and Mecro pore | Micropore Volume
(m2/ 2) (cm3/ 2) Volume (cm3/ 2) (cm3/ 2)
120°C 5 0.018 0.017 9.2x10"
130°C 295 0.214 0.082 0.132
140°C 301 0.211 0.073 0.138
150°C 312 0.191 0.053 0.137
\—\—\k_
(1151 A)
0.06 (10.54A)
& 0.05
“e
% 0.04
g
=
S 0.03
>
=
2 002
g
8 o
g 0.01 150 C

Micropore

\

10A

100A

Mesopore

Macropore

=1 (% =~ d o dY a
:.ji“]J‘VI 4.18 ﬂTiﬂ‘i3%16@’3%@\137‘]?“511811!%16[1@% TAUATIENAAYYUNYU

U

lalasmoivanaenu

[ o VoA A a
4233 M5IAANNLT Az YR IMUHUINAUNTALUNUET

[ a o [} Y &’ Aa
MsTannuusaazlsuiavs g iun It unsAUUNUAD YD
= =) 4
1o laanduniigy

aroguugil lalasimesiaiareaiy Iawa NH,-TPD profile 9317 4.19

1 a o s d a aa [ 1 wa s g A A = J
NUN WammmmLﬂuazguiummﬂmamgm”lmtﬁmﬁummﬂuﬂmuuwum uazcﬂa"lam



74

A o S ¥ I 1 tg a 1 = @ A =
SUZ-4 Tlﬁ\‘l!,ﬂﬁ'lg‘ﬂllﬂ HaAIN NV UNTADDUDUNUAAFUAGINUNANITNAADINAIUNY B9
A a W ' Y I A o N YA A ° '
mimuqmﬂgu"lﬂmmmua ﬁwaclwﬂallaﬂ SUZ-4 “I/Iﬁ\ilﬂi?%ﬁllﬂ HUSuaauvdansa

2aUINNAUY Aaae 113 0.016 0.356 0.557 1A 0.787 mmol/g AMNAIAL

o
/ \
/ \
/ \
/ /\\ \
/A
= / 7 \ \
£ / \ N
.20 /. \ N\
n / \ ~S el 150 C
a ! \ ST T T T T T T T T
O / \
= |/ . NERR___ 140°C
130°C
120°C
100 200 300 400 500 600 700

Temperature Co)

=~ ~ ¢ o 7Y a do A1
jj‘]J‘l/] 4.19 NH3-TPD proﬁle 6lJE]\‘l‘S‘ISIE]]‘l,ﬁ@‘I ﬁ\ilﬂi1$ﬁﬂ’3€l@ﬂ!ﬁ{]ﬂ1Eﬂﬂimﬂﬁuﬁ‘ﬂﬁ%‘iﬂu

Y v
Tunutinun danudu 1) 1alumsduniizvia e ladwia Suz-4 Taglddwnaun

3w a2 3 ' = Y 9y & oa o A o
lﬂuqﬁﬂlﬁa@ﬂqm’]\jﬂqilﬂyﬁﬁ M?Lﬂua’JUﬁUQma\iﬁ']j@\j@u G]N“ﬂé)"la@] SUZ-4 NI 1eH

q

a

Bldyd Y A [ Aa v 1 A A 1 "9 Lg v Aad A
llﬂu MNﬁﬂlﬂﬁLﬂfNﬂ”UT‘iﬁNJ‘] NUINY UANTHUAVNATINDNISUANANIYUNIUNUIT 11350

1 4
matialumsdunizd vaznnmarainilu 18 &Te ladwiiaiiilugle ladgidunmzila

=S a tg 1 d‘o v =} 1 1 % 1 1 9 .
810 UMsNATUlurean1zndng Llﬁ$1Jﬂ’313J’E)?Jull1"i’J§]?J¢I’JLL‘1Ji¢ING] ADUUNNIN (Gujar

a o @ 2 o q ¥ wa 1 da My o Hq ¥ o
agAMe, 2005; 93LIAU, 2550) le'Vl']ﬂlﬁﬁiJ‘]J@l‘]JW\iﬂfﬂ\WnLﬂﬁ']gﬂ‘lﬂ slluﬂ‘]_lﬁﬂ'ng‘ﬂﬂlslﬂﬁﬁﬂll



75

=X Y =§ J \J a A aaa A v Y \
4.3 ﬂ1‘§ﬁﬂ1ﬂ1ﬂ3!!ﬂ‘iﬂﬁﬁwﬂﬂ®ﬂi$%T“Vlﬁfn‘w suemJg]nsﬂ1ﬂ'laaﬂi%uaauu1%ﬂassa

d

J a a d H
vayemuoationanenay  Iasl¥dlelasn suz-4 Niesnilsznevves

Aaa d Y
Fanoulnsonlyaaindunay
1 dy o = a A aan = % FRY 1
Tuduil msdnelsz@niam vesdfasend lamssunuulddussvesonuea
4 a =Y 4 $ [} r'd [ $ ¥
ionanenau Taglddo'lad SUZ-4 Aduas1zt laanminaaodludiunuds eedu'ld
o 3 4 I I o 1 4
nsuglaTe lada1nwng (Powder) 1¥nateniluinda (Flakes Shaped) fagilhi 4.20 e 1%
9 1 o 1 a o A o Y a oA
azainlumsldaunazanmanuauanasonlulfnssinuuiuaiisszauiesdfjianis
(Lab scale) Iag7i1n15naa010g 11599 250-400°C NANNANUTIINA Tasldlsniugy
1 ¥ (%} 1 1 901 (%} Q 1 o A 1 =) $
aeaelil dasiaiusznaniminuesdnsslfnseaedsuaeniueandoudi (W/F)

Y 1 aAan v
szum 5.3 g, min/mmol (uiﬁuﬂﬂl@ﬁﬁilﬁﬂﬂaﬂﬁﬂi 0.1g Lmzammﬁﬂaummuaa

Ethanol

o ) VW X )] A o s
1 mlhr) azdas1ms lvavoaunawive (luTasau) miiy 30 mi/min FIATHAADUNT 161
g’/ 9 A = =\ a 1
UUILYNATINAOUAIATDI 1ATH INN31T (GC) TAsl Detector 1A TCD  TudiuvoIna
= a a 1 aan a L/ d‘
msAn1szd@nsainnisisslnseraziiswiain adesazmsidsunilasveaon
1oa (Conversion of ethanol) t1azA15o8azHa lavadtoNay (Yield of ethylene) MU ANN1T

[l Y '
4.1 00z 4.2 ﬂWﬁﬂﬂﬁﬂﬁjuﬁiuﬁﬁ]ZLiNﬂWﬂﬂﬁﬁ%}N Calibration curve UDDNIUDA LIATID-

v o

ad A Y d' di 1 as 1
nauny illuﬂlu'lmﬂfﬂuhlﬂi]'lﬂmiﬂx‘l GC Lwammﬂ?mmmmmmuaauazmwauiuwmﬂua

Mole ethanol; ;.. — Mole ethanol o

Conversion of ethanol (%) = ( )*x100 4.1

Mole ethanol; .

Mole ethylenerm_me d
Yield of ethylene (%) = (——— )x100 4.2)

Mole ethanol;

511 420 wedleladndunsf1a uazindadleladi 1¥lunInadeu (250-600 um)



76

431 msnageviszanimn vesfasmalamsiunnul¥dause vesemuea
& a am o 1 aan = dao 4 Ay [
enanefiau Taasusaljisendlelaaiidunnzhnnaniziiaieny
o 1 Aaan = 4 [ J Y [ [
43.1.1 ansul§nsendlelad suz4 dunnzialeeaiaiulasluaves
9 1 Aan d' J [
wnavseFam laanaeny
1A J a 1 aan =
MNHAMINARINUIN & 1o laawiia SUZ-4 awnsaselfisendle-
o A a an U = 2 a [ A Y o Aaan ]
msFuveemuoatienanenan’la Fwnandannman laarnnsilgnserlugag 250-
9 as %’ d' = o aan d' o 9 d'
400°C 1lsznov Tdre ey 1 lenweaimasvinmsinlgnser waz lulasouiimihn
I [2J o o ] A = 4 1 dy Y
duunamive daaaearedn 3 lugidn 421 sesdlsznovmariannsoszyla 1nns
[l PN [ o [} a Q( g‘/
ATIAOUNVAIHUIIAINAANA (Retention time) (MIVAUFHUAIAIVBIATUT FNTUU
H v H r
nimsasivdeuTasass wasoniu himdygiai ldvinnies GCuidiurmay
. . = Y o 9 o 1 Y ~
Calibration curve 1 lasiimsnaass 1y uazmurneenunlumvesiosazman/asuuasves

VY ¥ an Ay Y vy v
PNIUDa uazmﬁeﬂazwa"lmmmmu mnfmmsw"l@ﬂan"hmmu

B Peakumple - PeakSimple
File Edt View Acquisition Help

DEHP &> BEL 123456 2122832

~Ethylene

P2

Water

) §
&

J\' Ethanol

I &, ! @ a o oJda X g9 4
JUN 421 dednmalasunInnsvewnandaduainnadu Aea509 GC-TCD

o 4 J v § v
mmauwuﬁwmnm'%’aaa:migﬂﬁauuﬂawmmmuaaﬂu

aa a aan (% I I o 4 [ '
anginlFlumanalgnse vesiiededlo lagndunsizidredasiainlae Tuadunay

=

B Iranaany uaaInaslN 4.22 (a) 1ARaNINAaINLIN ludiuvsinsosazns

U
v ' A

v Y X v
naguniasvevenmuearzinuiuiogungivesmsinalfnsennuay Wonasani

De

a 2 U= A 1 a aan Y o -
gUNYN 250°C Liullﬁﬂﬂiﬁlﬂuﬂ'ﬁlﬂﬁUullﬂaﬂ“ll@ﬂlf]ﬂ’lu@ﬁ LW]W‘Uﬂ']ﬁ'LﬂﬂTJ;]ﬂﬁElWhlﬂ“lfﬂli]uﬂ



77

1w

[ ] Y
gy 300°C Taguur Idumdesazmslasunasveseniueaiuiy auais
aaa A o o a 1A 2 ' y o 1 aaa
Ujnsendle laanduasziaresuandnauimuin Idagegaiioldansalgnsen

s 4 (L t:yd Y @ 1 Aaan = 4
FTolaa 50R:50S uaattinu Iduanasluanial§nserdlelad 75R:258 uag 100R:0S
o w A o a A o 1 aan = 4 1 Y1 9
sy Werhmsiasaniausalgnsendle lad 25R:75S uag 75R:258 nunlimiosas
A Y v W 1 aan = 4 A a
msnlasuulasvesenivealndifesnudnsalgnsend e lad 50R:508 Ngmugil 380°C

a

9 Y v
niniuanslfnsennarildargegalugig 99.75-99.95 Nguugilumsimalfaseuniny

G

400°C

a

1 [} [} 4 1 LI 9 a [

Tuaauves aAnudwiussznimiovazka lavesonaunugumgil
iq 9 a aan [ A A a @ U aan J
i lumsmal§isen awaaslugdi 422 (b) wunngamngil 250°C ausalfnsedle lad

< 1 a 1w Ao aan J o

50R:50S naasliiumiovazna ldvouenauminy 19.2 luvaznduswgnsendleladdn
A o [] a 49! Aan A o A A ~ a Y ~ =\
puddlunanimsifavuveseiaungany Weiarsanigauugni 300°C uud Tiunwuil
o ] = o 19 = v 1 aaa @ Y
anvuzuReINUmTesazmI)asunilasvousniuea tazausalgnae 50R:50S danal

H Y v H
ﬂ'l’c;filfjﬂﬁ 81.28 %1ﬂu‘uNﬁﬂl@\iﬂ15LW3JQﬂ!1’i{]3JGlUﬂ1§Lﬂﬂﬂ§]ﬂifﬂ wqumwguﬁmmmu

=

dmsuarfesaznaldavewenaugegalundazdnsalfnsowanarenuly ualuuaTin
[ YA v 9 9 an 9 9 Qd’ a 1 g’/ =\
duna’laneadesazmalavevenauizanaaza ldgaurgingununiniu o19linig
a X A o J Y = A 2 Y O Aaan = 4 Y 3
mavuraasusduAsuanla lumsnaaestidnsalfnsendlolaq 100R:08 udaaldiviu
a a 1 { 1 { I a
Uszansammasan lualumsnlaswenwealdnareiuenau Tassiuudr vanisnaaea
1 dy 1 = a ad A dil d’ a a aan A tg [
luguiinuaimsaeninavoenaumuay egargil lunsinalase vy ass1eau
U9 Phillips tta1& Datta (1997) uazqm‘ifﬁ’ﬂﬁuq (Talukdar ttazAale, 1997; Takahara LlagAMY,
2005; Barthos ttagAte, 2006; Inaba LazAe, 2006)
Sy vy v ' A a 1 jaaa
MINHANTNAaeIN Iad9au wualszansamnissalfnseives
s o o A { o @
Flo'lTadgndunsizi e SuuaTduamnlsunawan suz-4 dunsizi e uazervezsanliia
' o4 e .
paninAaSuiasgnguvwiaan duilu 18 nd i Active site 115 unsnlasueniuea
< an ] Y 2 kS Lo 1 aan J
Idnaeithuendueglulassadragwguanbauz il msizaziu lunulidusalfniendlelad
=3 Y < a a @ ~ 1 ~ J A
50R:50S Danaasldimuilsz@niamgege uazdawudnimsiziduvesdloladwiia MER
o 1 aan 4 o A YR~
TuausalgnsendTelad uenvinezi ldauianemenmuazinlianand duilunald

a

Uszansnmmaialfnseanasnieio Ao ldnasauedann (uugiiga) ioriuen1uea

U

< a 3
Wnaetlumenauunuu



100 _ ‘ ‘
SOR: 508V v R R Q—T
90 1| (a)
8 25R: 755 O )
3 70 A ) °®
(=) A . .
£ 60 1 o 75R: 258
() .
EREEU ’ @® OR: 100S
= {0 :
S 40 g
— p
o » .
Z 30 LA 100R: 0S
) K J .
© 204 e I
10 ? . . ' | -l
0 : .
250 300 350 400
Temperature (°C)
100
%011 (b) o
] 50R: 50S W e
80 _ . W o
[« ] 8 X SR R A @
s 70 A =
D | ‘ N
§ 60 1 25R: 758 O °
z | ‘
= 50 A - .
“ 1 o A 75R: 258 }
= E A ‘ @ OR: 100S
o
S 307 |
20 ®
2 Y 100R: 0S
10 g -
0 8 = =mn 8
250 300 350 400

31 422 (2) Mievazmsnlasuuilasvosomuoa uaz (b)
Ufnsend lawssunuy ldansswesemusaonanonau

Ugnsendlelad SUz-4 duasizriaresnsiaiulasTuave

Temperature °o)

13

=1

NYUHI)

funaue

Y

q Y

19199 Taeldaaisa

78

9 asy
@ﬂazwa"lmmm‘wau UBN

an d' 1 v
aFan1 laannenu



79

v 1 aan = Jd 7Y S A Y]
43.1.2 mmﬂgﬂimcﬂe"laﬂ ﬁ\iLﬂﬂZ‘Viﬂ’)ﬂi%ﬂ%L’mﬂﬁIﬂim’ﬂiﬂJ’d“ﬂﬁNﬂu

' t o = ' 2 [ ) 9 ¥
Glumuu ‘1/]1ﬂ1§ﬁﬂ‘]el111!ﬁﬂ1’)&51)'1!Lﬂﬂ’)ﬂﬂﬂ?ﬁ‘ﬂﬂﬁ@\i‘lﬂlm’l !L@]Gl”lf

a

@

a s o Y S w A o & w1 aaa o
%I@qﬁﬂﬂﬁﬂlﬂ31$ﬁﬂﬂﬁliﬁﬂglﬂaTUlﬁlIﬂﬁlﬂ@iﬁJﬂﬂﬂ?ﬁﬂﬂlﬂuﬁﬂlﬁﬂﬂaﬂiﬂ'] AIMUTUNUD

)

1 4 d' [ Qd’ Y a aan [
senInmiosazmalasunilasvesomueanugurginldlunmsnal§nser uaaeasgl
1 1"y A =) 9 1 = o A
423 (a) WUN TagnnstuveaaFesaynslasunlaalinur TduuRenunisnaasan
Yy A a1 A X A a a aan A X 9 a o A a Aaa
udane Iaunuduioguvgiilumsnalfnsounnan sndundansuanniluezgii Tuddna
] J @ @ X 1 < {
adag v (sveznalalasmesiia 1 71) dalilduaasliifudansnlasunlasveseniuea
d’ a d' a a aan 1 (% 1 " 9 -d'
e WonasanNgurgilumsnal§zewniny 250°C wun miesazmsnlasuuasves
~ y A 2 A Yo 1 Ana ~ PRy Y 2 ~
emueaiinu Iumniu e ldansalgniedle laandunsziaisszeznanniu Taell

A o o

19 A 4 Yo aan =~ k4
ﬂﬁﬁ]ﬂﬁ3ﬂ'lil,‘]JﬁfJ‘L!L!,‘]JENL@%1u@ﬁgﬂ@'ﬂlﬁﬂi%ﬁ3liﬂﬂ§]ﬂiEﬂ“]fif]]laG]“I/Iﬁ\imi1$°ﬂﬂ’w§$ﬂ$lfm1

= 9 A

Y 2 1 da/ 4 @ U aan A o 4 g
4 U mﬂuummzmguﬂﬁuaﬂm Lﬁﬂi%@nliﬂﬂgﬂiﬂ?%ﬁﬁlﬂi?gW@38538$L3ﬁ1‘ﬂh1ﬂﬂlu
Y 1 = v dy % 1 a a aAaa 1 = v 1 d‘
LLH?THNL%HL@‘(’J’JT‘IHH mwﬂummmwgum‘smsaﬂgmm 300-340°C ¥ ULAYINU LIAIND
a = v 9 = @ 1 aan = o
qmwguqqm 360°C f’ﬂﬁ@Elﬁ‘éiﬂ?ilfﬂﬁﬂullﬂﬁﬁﬂlﬁ]ﬁl@‘Vﬂu@aﬂlﬂﬂnﬂﬁﬁliﬂﬂgﬂifﬂ‘;}fiﬁﬂﬁﬁ
S 1 Y 2 @ A a v ¥ a A <3 Y =
SUZ-4 umqaqmgaﬂﬂamamu maqmwguqqmmu%zmﬂmﬂﬂaﬂuuﬂauaﬂuaﬂm
' ) =
ADUUVNANN
1 [ 4 1 "9 9 a v a
1umummmmanwuﬁﬁzmnmsaﬂazwa“lm@mmuﬂuqmw y

1
1 a Aaan @ { <3 A a 3
M lumsinialfnser dwaaslugili 423 (b) vaadddiuguuginmangaylumsined

u
a U (% U o ! aaa A @ o T ow { @ U
youenaualnu llvesuaazanselfnsedlo ladndunsizei 1a Gaiaeae 1 dauss
aaa A o 4 @ ' a .
Unsendlelad Ndunsizialeszezingt 4 Tu liasevazwavesIalefaugegan 300°C
- (A aaa A @ 4 @ [ U
N 81.28 ansalnsend e laandunsizidieszezina 2 T uas 370 Inafosazwala
ag A [ o W ] [ aan = 7~
Yoo NAUGIgAN 400°C 191110 79.93 1Az 83.55 mud1au tazanselfnsedle ladn
% 7Y o v 91 9 Y an A 1 o
dunsizraleszezina 5 U taz 73U Inasesazwa ldueuenaugagai 360°C 110 82.5
o Aa A o 1 aan = 9
uaz 85.53 mwday nagwansnadeulszansnimvesdnsalfnsendiuud Tualsum
=2 A J AA A = J T = 4 o Y
voanand Io'lad sUZ-4 nagmsnilifionnavesd o lad SUZ-4 sdrameniuii limants

naanan la vuszansnmnladinesnu



&0

100 §g — "0 O O
2 (@ | o
1 ) 4
;\3 80 ' ]
— 70 A
f_—% 60 - o v
% 0] @ 1Day
5 40 Y+ 2 Days
g [ 3 Days
% 30 g @ 4Days
S 1 A - 5Days
10 Q- 7 Days
0 ——— 00— —— 00— 0——0
250 300 350 400
Temperature (°C)
100
90 ' (b)
5 0 " I/
g “ ] @ 1Day
gcj | [ r B 4 2 Days
§ 407 i V @ 3Days
'ﬁ 3075 @ 4Days
20 <A 5 Days
10 O 7 Days
0 — - ——@—@—O@—O——@
250 300 350 400

Temperature (°C)

311 4.23 (2) MFevazmsnlasumlasvosomuea uaz (b) Miesazna laveuefian vea
Ufnsend lamsdunuylddusawouemuosaonaae naungungiaie Taeldans

Ufisendlolad dunneialeszoznalalasmesiaa1aiu



&1

YL aan = d @ d Y a A [
43.13 ansalfisondlelad dunnzvidiegungil lalasmesianannu

' t o = ' 2 [ ) 9 ¥
Glumuu ‘1/]1ﬂ1iﬂﬂ‘]eﬂcluﬁﬂ1’wl‘]ﬂ!mfJ’Jﬂ“]Jﬂﬁ‘VIﬂﬂfN“I/ILLa’J L!.G]Gl‘b'

a,

o

= d o <Y a d v A @ a3 % 1 aan 1 [
%Ta”la@mmﬁwmaqmwgm‘laimmaim mmmﬂummﬂgﬂimwmw ANUTUNUD

2

1 4 d' [ Qd’ Y a aan (%
senanmiesarmadounaswewemueanugurginlslumsinalgnser udaasgll
4 o { o ' $ g o 1
424 (a) WotsuduMInaasInudl ared1amiludle lad suz-4 s l¥iwanazuulr Tilun

9 Y] 1T 9 Py A g A Y v 1 aan A P
amenu Tasardosazminlasunilasvesemueaszinniu elddnsalfnsenndlelaqn

o J Y aa 2 @ R 1 aaa A o < Y a

FUATIENAIYYUNYUNFIVY LlagﬂﬂWﬂ31ﬁ3L§\1ﬂ§]ﬂiﬂ1 FIUATITHAIYYUN Y 140°C
Y1 A Y 2 @ o [ cgj Y19 A

iag 150°C 1Wﬂ1ﬂ1ﬂamﬂﬂﬂu1ﬂﬂ ﬁmiumi‘vmamu“lwmiaﬂazﬂm,ﬂaﬂuuﬂawmmm—

a a

uoaoglur9 99.94 wu ldfguugiimanalgnseunn 360°C

U

1 [ v J 1 T 9 9 a Y a
TuaauvesnNUaNHUTIZ 1IN mﬁaﬂazwa”lmmmwfﬁuﬂuqmwgu

W lunsinalfnser  aeaaslugdi 424 o) dusalfnsedleladidunsizviaae

v
=

a a ad a @ 1 aaa o~
QY 150°C ag 140°C thatenauggangungi 300°C nazanselnsedle ladn

o s Y a a a ~ a { ' 9 Y < !
ﬁmmwwmaqmwgu 130°C mmwﬁuqaqamqmwgu 400°C i]'lﬂWﬁﬁﬂﬁ'l')ﬂJ'lﬂl'l\iﬁuﬁWU')'l
d‘d 1 % 9

3 = Y 1 Y =~ ,
ﬂj'lll!ﬂuwaﬂ SUZ-4 'V]ilﬂ'lslﬂalﬂﬂ\?ﬂu ﬁqwaiﬁﬂ'ﬁﬂﬁlﬁgﬂ'lﬁLﬂaﬂullﬂa\im@\u@ﬂ']u@allagﬂ']

= { o 4

a [ 1 o I
$ovazwalavoaonaulndifeanude dausiin &le ladndaunsiz laaziilu suz-4

A ) ' wa " v Y R o q ¥ Aa a Ax T o Y
IHUDUNU L!@lﬁﬂﬂﬁﬂ’]ﬂiu@’m@]’mﬂuﬂ’m "“If\iﬂ’ﬂﬁ@ﬂlﬁ{]uV]Lﬂﬂlﬂﬂauqqq@llﬂﬂﬂ'mﬂu@ﬁﬂ



Conversion of ethanol (%)

Yield of ethylene (%)

31l 4.24 (a)

82

100 oo ) o
0] @ v
80 -
70 ' v
60 '
50
40 . @ 120°C
30 - SW 130°C
20 4 @ 140°C
10 SO 150°C
0 @ @ @—@ @ @
250 300 350 400
Temperature (°C)
100
w1 ®)
80 - Q T ‘ ;
70 ' &
60 - ‘
50 ] ‘I‘J
P ® 1207cC
3077 v 130°c
20 ¢ B 140'C
10 @ 150°C
0 @ @ ——@ @ @
250 300 350 400

' 9y

Temperature (°C)

d‘ "9 9 Aad
miesazmslasuudasvesemuoa tay (b) ﬂTi’EJEJﬂ%NathU’ENL’OVIﬂu UBN

Ufnsend lawssunuy ldansswesemusaonaaonaui

Tagl¥ansalfnsend e lad dunsizriareguugiile Tasmesiia

QUNAN

Q

]
J o A
N

AN Y

M199)

[



&3

nARaNIsNAaesnFuIINLI uud Iduadesazmslasundasveenusany

AA o Aaaa o 1 AaAaa = 4 = k) o = o 9
garigi Al gasevudnselfniendlelad suz-4 ianvuzadionu Jahdoyanis

o 1 aaa = 4 = A o v J T 9
nAavveIdNsalfnse1d e lad 50R:50S MANBUNOMIANNTNHUTYRIAIT08AZ NS
{ @ a a aan a J
nasumlasvesemusanuguugiilumsinalfnier Areaumanendiamaas uuuIng
.. . = ydy =2 Y o v
499 Empirical equation 91njUunuvesnanisnaaesn 1at 3aldsimsnageunuaunis
. . . v = yam . .
Sigmoidal 11!3‘]JLL1J‘]J Weibull, 4-Parameter A4EUN1TN 4.3 Tao 1475 Non-linear regression Tu
§ <3 { o
TaJsunsu SigmaPlot 91317 4.25 udasliiwiums Fitting wamsnaaosh ldnuauns Tagld
1 d' (% 1 dy d' 2 dyd 1
A1AINIINANNITAIAD 1111 2=99.94 b=99.60 c=3.26 1Az x,=256.47 Tash R* Tuar1uiifial
N 1
1 c
X - X + bln2 /C

y=all-exp (—(f) )] 4.3)

100 4 o ran) Fan\ o o

80 A

60 7

Conversion of ethanol (%)

20 1 o Experimental data

Calculated data

O T T T T T T T T
240 260 280 300 320 340 360 380 400 420

Temperature (°C)

g 4.25 dovazmsnlasunlasvesenuea velgnsend lamssunnuldanssves
A a Aan A a Y o 1 aan = 4
emueaionaaeiauigurgiinie Tavldansalgnsedle lad suz-4

(50R:508, laTasmasiia 150°C, 4 1) (Hamsnaavanunan 1danauns)



&4

g’; 1 dy 1A Jd a A o N ¥
nnwamsnaasanaualudiutinui §loladsia SUZ-4 Ndunsizi 14
< wa ' aan @ { < a 1
paaldidudeanialunssal§nsend lamssuveseniuealvnlaswiluenauy uldn
v 1 Aaan = 4 dy o ] ) ] A ] Ao
ansalfnsedTelaaninauil azds hignnszdueglugy H-form tillouedianaiss 1y

(Takahara 1l@ZAME, 2005; Chiang 1182 Bhan, 2010; Sheng LazANE, 2014) LLANANITNAADIN

e

9/:3 v A 1 ] A [ U = Ao 1 anan = 4 A o SN Y
1% dafisneglurieneonsuld Famsidanslfnsendlelad suz-4 ndunsizn 14 Tuauil
] a a ] d' d' d’ =1 % a o d’ d‘ aAan dy
linaastlszansammsisesieeaen ofoununuitedu o1uideswnn luljnsed
{ I a ?,' a 3 o 1 I
na lnmaasulasenuealdidluenaunaziin mavuluduriniausoudaa (=) il
[ [ { 4 LY 1 aan 4 y [} 4 ¢
wan sana lnd Idiaue 13 luund 2 uaduialfnsendlelad K-SUz-4 Ndunsizd 14 luanil

Y

Y o ' ' g ' a 7 a 1
uu i wruasuilogiios auman1sns1zin 1avinimatin NH,-TPD tazn15iiogvos
AHUINTABDU 1FU NTADDUVDIVIOUAIAAIINNGY Terminal OH 9199 U5 aNTAIN
[ 9 Z, 1 aan da/ d' [ % 9y d’ =} 1Y o I
AU IUN315 9 RNT 11 1H9IINNANNUNITAATU TN INNDINIUAUA KU
= ! o T ' { <

NIAVTOUMAA (Bucko HAzANE, 2005) HazdnmgHanilane dumitlansaoeuilunan1ain
o v a a 4 9 mn Y U ~ I a
auniansaarvadus Tulassaiie lildgosvemuoan)dowiueiau  (Corma uaz

. 1 1 A = % d’ 1 1 a a aan =)
Perez-Pariente, 1987) Tudauao i) Aemsenedmlsidananeilszdnsnw veaulfnsenale-

o 9 o 1 A wa A I v 1 Aaaa
wyFunulgasveaenIvea measlagoanliaoue) vesnaiudusalgnse vasm
~ @ Y o 1 Aaana ~ o A o s ¥
annzitinzaunums 1gauslgniedle lad K-suz-4 idunsizi 14
v :’ o v d
432 msAnvIoAsI@IuszHNGNHInve sl §e1dlelan suz-4
niauns1zila AerfSanamemueaiileinin

1 é’ Y A @ 1 aan = s Aa A o d Y [
Glumuu‘lmaaﬂmmﬂgﬂiﬂwia”laﬁ%uﬂ SUZ-4 NEUATIEHAYDATITIU

a

1 Aaa 1 o I @ o A
Iﬂﬂihﬁlﬁ}ulﬂﬁﬂﬁa%’aﬂ'lIG])'ﬁL‘V]'lﬂ‘]J 50R:50S izﬂznaﬂumﬂﬂmmama 47U NYUNHY

U

4 1 \ %} o % 1 aAan 1 =) {
150°C LWdf]u'lll‘]Jﬁﬂ‘kﬂ amﬁrmmzmwumuﬂmmmmﬂgﬂimmﬂimmmmmmuaaﬁ

v
a =

HowdrluniiteTua (W/F) naziiengungiinisiial §ise1 Ngmiigl 300°C F991nWans

1 ) dy ) 1 1 dy Y9 a 4
naavsneunihil lanunaanzmaill ldmdesazmanldsuniasveseniueanazmion

9 ]
azua ldveseNaugega  auiu iiemisasidumuzandmsumsilgnse1d lamsdu
A a an = Y= 2 (% 1 aan = J v dy
youemuoaiiondaenay 3 laanylsuaduial§azendle ladeaall 0.0250.050.075
9 ~ . A o I [ [ 9 = [
uaz 0.1 g Taetfoueomueadn i 1 mimin e usenuuiludasiaiuudlrnziaumny
- o w ) < o
1.46 2.94 4.45 118 4.96 g.,/mmol min ' Ay simsanyuuszeznm 8 921ua

nnramInaaeulszanimunssalgnseluganainiee Amonsiaiu

1 [ (% d‘ 1 1 9 d' 1 9 d'
W/E @i A9317 4.26 () WU Arvediesazmsnlasunilasvesemueansuvienily

v ] Y ) 1 1 9
FRIANTINTANE HazUaadtud THNNLATY 1WoINUOAIT1TIUUDI W/F NI DINNA LA



&5

a @ J aan Jd o ' { o J 1w
YSuavesdnselfnserdielad SsnudninNonsiaiuves WF M1y 4.45 1ag 4.96

' 9 '
g./mmol min" frfosarmsnldsundasveueniueanulndifesny iaundeminy 952

uaz 96.6 Mudiay luaruvesmdssazwaldueuenau aa3dhn 4.26 (b) wunsuur Tuulu

(% = [ 1" 9 ti'
anyuziRgInumIesarnslasuulasveaenivuea
1 dy =2 Y1 Ao J
nnramsnaaodludiuil Jeagllanionsdiu W/F 4.45-4.96 g, /mmol
Y
min" mangandmiumsnaassluanzuil viee1avuedeiiuauluanavedeniuea
(% ) ] v w  dAq Y 1 aan A 9 [ 1 A
nuguiansanuiuan 15 lumaslgasennilulassadravunzauny mszmsmy
1 ' Y
Yinawesdusaljisoniuinni hilddamalddsgansamminduanmin Tluneaseiud

v 1

d‘ a a 1 aan ] < Y o d‘ =
NOATITIU W/F aaay “]J§$ﬁ"V]‘ﬁﬂTWﬂﬁLﬁﬂﬂaﬂﬁﬁﬂﬁﬂﬁﬁ@ﬁlNLﬁuqﬂ%ﬂ Lu@ﬂﬂ1ﬂﬂﬂ1iﬂ’0u!{0-

I A ]

a U o ] (% @ o U ] 9 A
%maamummummﬂiﬂﬂwuwmgiﬂmm?w ?ﬁ‘1/1ﬂﬁ’mwmaamamu”lu”lmﬂﬂmi

@ o ] Y s A a Aaan = < Aas
@@%uuumgmmﬂiﬂﬂwumwam@ﬂgﬂi&lnﬂaamﬂumﬂau



100

90

80

70

60

50

40

30

Conversion of ethanol (%)

20

100
90
80

L 70
>
g 60
>
= 50
o
s
< 40
E)
=30
20
0

10

Time on stream (h)

—
v v Vv Vv v
® o o ® °
o [ ] e o o © e PS
[ ] 1.46 g ,¢ min/mmol
v 2.94 g ,¢ min/mmol
4.45 g,y min/mmol
(a) < 4.96 g(,¢ min/mmol
1 2 3 4 5 6 7
Time on stream (h)
X3 @ ®
® o ¢ 9
<.> < < g =] ' ' =] . = =
Sv9¥Pvevyv 'Y v
e ®® e e ® 00 4 %00 °
® 1.46 g, min/mmol
v 2.94 g, min/mmol
m 4.45 g, min/mmol
(b) © 496 g(,, min/mmol
1 2 3 4 5 6 7

86

51N 4.26 (a) M3vsazmsndounasvesomiuea uaz (b) Miesazwalavosonan

Yo1lRn5010 lawssunuuldaswesemusaiiiondameonauiszeznaiane Tagld

dusalgnsendlelad suz-4 (50R:508, laTasmefiia 150°C, 4 Tu) nagouiigu

a

U 300°C

U

A o 1 1 %’ @ % J Aana v A 9 A [
Lll’t]’t]@]i1ﬁ’3ui$1’i’31\‘]u1ﬁuﬂﬂl@ﬂ@]ﬂli\iﬂj‘]ﬂiiﬂ mﬂ‘%mmmmu@aﬂﬂaum (W/F) nanu



&7

Y] J o
433 msanszeznansIfaudusaljiiandlelad suz4 iduaszsila

1 .dy = Y @ 1 Aaana = 4 Y] ]
Tudrull Anwrszeznaimsldauansal§nsedle lad SUZ-4 vesdodis

=

1A Aa a I ] A A 9 1 A @
50R:50S 1Bz aAnsn wiuseralsieiinisl¥auaeiiow1IuIUIUATY 65 F T N
gl 300°C uazlions1aIu W/F Uzl 4.96 g /mmol min” 1ARI8YDT1NAVDIYA
dy 1 1 A 9 R o I ] o
naaesil lumunsaaeiiodld vehnmsneasuiluseu sevaziszanm 16 %2 Tue wazwgann
a 1 1 a 4
Yaszuuna lifimsnealfnsaioanainganinaaes
nnwansnaaeUlszansmumssalgnsenluriuiainiee asgUin 4.27 (a)
1 "9 d' 1 9 d' 1 d' o =2 1
nuNA3esarmMslasuulasveuenueanauvianan lurranainimsanynazsow
q'/ 1 9 ?z’/ q'/ ] L d'
16 %2 104 LANNTININMNT IFINUNIHUA 65 57 119 WUA13 seazmslasuulasvessmuea
= ] @ < = Y o ) ] ] ~
HuuaTlvaaas vazdunamumsnasuuladldvanundannasy 16 ¥ Tualuudazseun
= A T & 1 ] A ~ 1w A
a1 vsomsnadouluseulvy aelusie 16 ¥ TuausnUAURANNIND 97.1 BazuAIaAad
A = A 1w 2 "9 A
lumsneassluseun 4 UAundsminy 82.3 M51zazuy A3 sgazmsnlasuulasveaoniuea
A < A = o Ay Y y 2 <
Hananaailu 15.24% iweonfSeumnsunuainld luseunsn 910015 NAa0INIau 65 51Ty lu
dauvesniesazma lavowenau asgdi 427 (b) wuniuud IdusuReinuadesayns
4 - LR 9 1A a ) < v \ -
asulasveaeniuea A laruaeuda luasnuaziuud Iiuasavaniioslugianain
Mmsanu luLAazsouUN1INAADY FIUNAVDIAITNAADIATY 65 ¥ TuanuI1 Tuwig 16
o A ~ ' ] ~ A A = ]
¥ Tuausnuaunaoeglueia 73.1 nazlusoun 4 Uaranad 18.03% tonlseumaunuaily

v Yy Y v
50U 16 B2 1M9UTN 1INNITNAQDINITU 65 52 11



100

95
L 90
3
= 85
=
>
%3 80
=]

o
iz
(5]
>
=1
o
@)

0

100

90

80
S

9 70
9
=y
B 60
[
=)
= 50
.2
>~

31U 4.27 (a) M¥vsazmanldounasveaeniuea uaz (b) Mivsazka lavosoNan ¥4

Lowve.

< v R ()

] v-ﬂ

| <>§<§‘><zs>

< 625

[ J 1-16h
v 17-33h
B 34-49h
<& 50-65h

[ T T T T T :

0 10 20 30 40 50 60

Time on stream (h)

1 (b)

-P‘ @ v

S 0,° %%V

1 ’.0 oo v W

m <

i -m %5

i ) 1-16h
v  17-33h
B 34-49h
& 50-65h

[ T T T T T T

0 10 20 30 40 50 60

Time on stream (h)

&8

a o Yo 4 a a { 9 ' [
Ufniend lawssunuy ldansswesemuoaoraaoNaunToUTZezNa1IN5 1HNUANNY

Taol¥ausanzedTelad suz-4 (50r:508, laTasmesiia 150°C, 4 3u)

NATOUNGUNYN 300°C

E]



&9

9 Y A A v Aaan = s A Y A
AMNMAANTTINAADIVINAY ﬂﬁ%ﬁﬂ‘ﬁﬂWWﬂl@\‘lﬂ’]Lﬁ\‘lﬂ;]ﬂﬁﬂWWIﬂqaﬁﬂNLLHDIUNaﬂﬁQLNﬂ

' ) I < A o ' aaa
Wmmﬂm1mﬂunmu1u HJHWa3J1ﬂ']ﬂﬂ']ﬁlﬁf’)ﬂJﬁﬂWWsll?)\iﬁjli\iﬂj;]ﬂﬁfJ'] (Catalyst

a @ 4

. . A aaa = o 2 a v A an =2 g
deactivation) u,ummﬂﬂgﬂiﬂm"lamwumauamu@au Unaanumvanaotonau suilu

4 ' any = Yo !
ﬁ’ﬁ‘ﬂ‘i%ﬂ@‘ﬂvlEliﬂiﬂﬁﬂf)uﬂ@iﬂﬂawuﬂi%mﬂ UBAAU L G]f@ﬂl,mu\‘]ﬂﬁﬂﬂi’f)uﬁ’!ﬂﬂcluﬂﬁ

1 aan =2 A d‘ = 2’, 9 o ] d‘d 'dy a aan 9 = ]
Lﬁ\‘lﬂi‘]ﬂifﬂ Wi lemanueanudu 1¥duniinsaniogil Lﬂﬂﬂgﬂiﬂﬁﬂﬂlﬂﬂﬂ 1B

u

1 a g 1 % 4
Polymerization of alkenes 30 Cyclization from alkenes & ananadluauIsn (Coking) Fa1iio

H 9 Y
mamsazanlufSnanunniu hldinemsgadululaseadi uazi ligapdeiuai T u

U @ J aan J 2 o ' v W J .
ﬁ’suuu@’mqﬂgﬂssncﬁallaﬁ FAUNIAMHUITUTUA A (Guisnet LA L Magnoux, 1992;

[ 4

9
9 1
UINY, 2547) u@ﬂl‘ﬂﬁ'@ﬂ'lﬂﬁ NITIUBINTSYSLIA

q

Beeckman Ll8¢ Froment, 1979; 99N T L@

ee

Re

Y A

?.’, dal Y Aa 1 % 1 aan ] 9 9) 1w =
Tumsnaaeaiuerndslimaniulanyun iesnnausalgnser lulagnldau uadaaadl
9 A ' = A v Aa ' Y A s
ANuFouaengs W luanavesasngsaaeglulnseaiedlo lad
Y aaa d { o
434  msanmmsavanndusalfizendlelan suz-4 iFuanzdla
=2 A ¥ v 1 aaa = J

MSANBINITAUANIN (Regeneration process) Y4A 13913613 1o lad SUZ-4

d" 1 A A Yy A o = S 9 Y = o w U
taeiilesninmiinaaesinal Asvziiidle laandiunms ldaundrndne Tagihausa

Aaan P < ! a d @ : I
Ufnsend e ladnmiunsldauundd 65 92 Tus Da@uiudu aegy 4.28 (a) Waeswiug
[ v
A1 4.28 (b) MUY NTe100NFATY Taen13HIA20619N VB NFIUNYUNYNYI 9 1AUUIN
[ 9 1 aan = < 9 o A % 1 aan o 1 dy
navn g5 03190 16 92 Tuauarmnisananinansalnser iiminaao sy
o/ 1 aan Jd a 3
AT 4 500 Tagnisauamunansalfnsedle ladinaunlumim (Chamber furnace) ¥119
H H Y 1

A9 5 L ve950ui 1 1ag 2 @auseud 3 uaz 4 duldiaumuuianiiug 23 LileAnyiia
' g ° A (L aan = J
ANNUANANVOAAHINITDIVLIA Tagimuadnz Tumsauanmansslgnsed e lad

P2

a1 gangll 550°C 80313 1HAwFeu 10°C/min Tasldszezinan 4 92 Tug



90

I o

51N 428 (a) AusalfizendTleladnds hisumsldau o) dusalfisedleladniums
9

] o 1 ann . o
19911 65 2 Tue 1z (o) dusalfniend Te ladanmumsauanindreniswnlum

o 1 aan = o A A Y a o 1 [ ==Y
ansegniendlelad  ArumsAudnmaredtaenarsznauniidun
adrenuansslnserngslidiunisldaruaegilin 428 ) nazwavnnIInadou
Uszaninmmsisalfnsemansavanmlusoun 1 wun mdesazmalasunilasves
remuealinanallszuim 2.54% ienffeuiisunudns sl jnsennds lisums dau e
@ [ aan = g A d' L= Y ] = [ [
ansalfniendTo ladmumsavaniwlusoui 2 wo i TuasausuRerny awda
1 H 9 H
Tu51 4.29 (@) Tuaruvesmsauanwlusoud 3 unun dszaninmmssalfnsenla
Indifeanumsavaniwlusend 1 Tasduna ldnnavesdosazmsnasunlasvesenivea
fimanavlszan 2.2% WenlSsueunuansel §izends lurums ldau dwaaslugai
d[ 1 "9 d‘ A £ 1 aan d‘
4.29 (b) HaaumIesazmnlasuulasveuemusavesmsauanndnsalgnseluseun

=\ Y A A U YA o A A
4 mmﬂuuaﬂmmﬂmiﬂuﬁmw"luseuw 3 !Lagﬂﬂﬂmﬂﬂﬁﬂ‘uﬂ”liﬂuﬁﬂ1‘W1uiﬂ‘]Jﬂ 2



100

;\; 95
)
=]
<
k=

;‘j 90
o
=]
2
w
S
2

= 85
o
O

0

100

95

90

85

Conversion of ethanol (%)

'Y

° L 3P e® Ogp ® oo o
o ® ® % e o; o °
(@]
Jo o 00%00~¥0O o
0000 © ° o
v vvv v v
| vY v WiV vV v ¥
v vVvvVv vvv
[ ] Fresh Catalyst 50R:50S
o lmL Time regenerated
d
(a) v Zn Time regenerated
0 2 4 6 8 10 12 14 16
Time on stream (h)
° ° oo Oopo ® oo o
°,® *® L% ' ® o
v vV _Vv v
vV VYV gt eY TyvVvVVY vV ¢ V v ¢
=]
=] =]
E_ By ou¥sm = ]
. o m® m ® e,
[ ] Fresh catalyst 50R:50S
d
v 3 Time regenerated
(b) ] 4‘h Time regenerated
2 4 6 8 10 12 14 16

Time on stream (h)

d' d' aan = % Y o [
317 4.29 mdorazmanlasunilasvesenuea vesljisend lawssununldansaves

A a Aa A 1 Y o 1 Aana = 4
LDMMUBDAINDHAAALDNAUNTSISLINTIANE Iﬂﬂl‘ﬁﬁﬁliﬂﬂgﬂiﬂmﬂﬂqﬁﬁ SUZ-4

a

(50R:508, lalasmesiia 150°C, 4 Tu) nageuigangil 300°C

U

ANMINAMIAUTNINAIIAUAT () VUIAAIWY 5 L 1Az (b) YUIAAINY 23 L

91



92

lugruvesdszd@niammsiselfnier ileNasanaleariosazma laves

ad [ 2 d‘ 1 "9 9 ag S
NaN 493109 430 TasnINIINV0INITNAADINYI A1Tegazna ldvesonauiiad
{ ' ) [ o 1 aan J [ o o
nasumlaslugig 70-80 dmsums ldanuansalfniendToladswwnuns 129 42 Tue nagih

msnuann il 4 sou

100

80 SAO ° N
...;ﬂ% @65953 0.8 é e g4

60 1 Fresh Catalyst SOR:50S

st
1 Time regenerated

Yield of ethylene (%)

rd
3 Time regenerated

[ ]
(@)
nd
v 2 Time regenerated
A
-]

th
4 Time regenerated

0 2 4 6 8 10 12 14 16

Time on stream (h)

I~ 9 9 ax A ! aan = Y Yo
g‘]J‘ﬂ 4.30 mia&lazwa"lmmgwaumgﬂgmmmm maﬁﬂgm‘am"lamwuuuﬂ%mgiwm
A a Ax A 1 9 o 1 Aanan = 14
LBMMUDALNDAAALDNAUNTSISLINTIANE) I@‘c’li‘]ﬂ@lﬁll‘iﬁﬂj‘]ﬂimcﬁiﬂqﬁ@ SUZ-4

a

(50R:508, lalasmasiia 150°C, 4 Su) nAAOUNQUNYN 300°C

U

9
?’fﬂmwamiﬁuamw 4 A33 ﬁﬂﬂ!@nmﬁlu1ﬂﬂ’ﬂlﬁ! SLuag 23 L

Anyvy 9 e Y ¥
MNHANTNARDIN 1AT19dY WuUsumuee1nan 189 1nauNINIdo
= 1 aan a o 1 9 % U aan = d Y 9
Vg Dnaneinseeendmdnvesniulanuudnsalgnsendlelad dremsldauenuu
= & A 9 [ 1 (= A o @ 1
4 65 11 1Tue M3Auan mABIvIa 5 L luanizaina 019z luiisawenazhsaniu
Tannfiedldvua ll18 Seihldineazaulunsnaasdlusenda ld drumsauaamluseun
9 o J A 1 Aa a ' Aan Ay v &
3 Mg uEvg 23 L datlumsmuifinavesoms ualszansammas sl gnseni Taiu
g1 ldansanduuminudusalfnsennda ludunmsldau mlduu Tduvealseansam
9 H Y
isagnseranaslunnqassniinisauanin Tagoranaanndungadil 1AAIINNS
~ Y [ ~ o 1 ~ o 1 1 aan
asumlasnelulaseadie wu msndumiansausoudmansuiudenisisalgnsen

a

gl wiegnihaeainms IdanuSeuiigungige mazmahilfaseoendnsuvesniu

U



93

{ 1 A ) ' a ¥
TanfitThisnaniaugu ldunedsoene mstlesnu liliinaanudemevesnisaiori nie

A

MuniansausoumaaNgungiige (Palinks Haganz, 2013) HAZMT IMAUHLLURDID1DE
] o [} A 1 LK% 1 aan 9 Lil =
ulﬂJL‘Viiﬂ%ﬁiJﬁ'lWiUﬂ'lﬁﬂuﬁﬂWW LWﬁWZ’NﬂWﬂﬁWJLiQﬂ;]ﬂiﬂ']ll’ﬁuﬂﬁﬂﬂigmﬂx‘]‘ﬂuulw UNI9
@ J aan v v g g 1 v v W @ 1 aan
’JNGI’JL?Q‘}J;]ﬂiEJ'IL!‘U‘UCISfIfJu‘V]‘UﬂuHJuGBH mwa“lﬁ'mﬁﬁuwﬁﬂummmmﬁuamazsqﬂgﬂsm
Y '
mavu1d linia
1 -dy = d' va
nMIsnaaedludiuil Arsezinisaslvaeumsilasundasautanis
=\ = (Y 9 Y 1 aan =~ Jd o
MUNINLAZIAN LASANHINITAAYNININANNTOU (TGA) ﬂl@ﬂ@?tiﬂ‘ﬂgﬂi81cﬂiﬂllaﬁﬁaﬂi]1ﬂ
o Aaan A 1 a 4 = 1 9 9}& A [ =
‘V]'lﬂgﬂifﬂ L‘WE]GD"JfJGl‘L!]LﬂiW%WﬁWﬂﬁM?ﬂﬂlﬂﬂﬂWUIﬂﬂ !,Lagllﬂ“lf\‘lt’fﬂW”JgT]L‘I’iﬂﬂgﬁiJﬂ‘]JﬂWiﬂu

anmwdansaljnsendle lad suz-4

a X ad v 1 ana = J
4.4 ﬂﬁulﬂﬂ1i!ﬂﬂellusll@\‘l!?)ﬂﬁull1-!9]3!5\1ﬂ{]ﬂiﬂ1“ﬁi@1ﬁﬂ SUZ-4
A 9 Y I U @ 1 Aaan = 14 1
panisnaaesndu ldudasldiiua dnsalfnsendlelad suz-4 awisoisa
aan 4 { <3| 2 o [N :
Ugnsenien)asuenuealinaeiluenau dredumisniuansalulaseade Favate
av J aaa 2 a X { A~ < ' Vw1
NuAITENDN na lnveslfnsenilazmaduiinsauseudaaNAUNUTWITIGI HANIIATS
aan = I Y = dy ] 1 = % g’.: =
UgnsendTo laanlsludanuii egluginsaseou Fanulumaves NH,-TPD astiue1aiinaiu
< 1o " v o & 1
Lﬂu"lﬂ"lﬁ"nmgmmﬂmumﬂimmﬂqu Terminal silanol tta& Silanol nest (Defect sites) Qﬂal(’]gf}
1 aan A Y I an =) 1 o 1 1 dy I
lumsisalgnsomlasuenmuealinaradluwenay Ussaundumiaraitiuaasnuily
9 Y Y
NIAUTOUNNABOY (Bucko HazAME, 2005) A1l Tudiuiisuauensinaduyouenauyy
o 1 anan 4 [ 4 g a ! 3
ansalfnsendlolad suz-4 gl 4.3 Tuauiidedednseasgngumelundanuiuly
1du1nfiga 910351891409 Lukyanov wagame 1ull 1999 anfinar luddredunielu
' ' ' ° [V 4 { g
Taseadeozdl K nsznieegludiuaiee veelaseadie nagdinudmmianuiudnsaiiiuma
9
910 Silanol nest T TW39UU1A 10-membered ring (1H1IA9) HAZTINDINTHOYUYOINTAUTOU-
<] o & 1
aaaluTnsevuiaanvealunssad1e 8-membered ring (HUIUDY) AU NITUNTUD
1 I o ' o o " v o
TuanaveueNIUeavzH 1L N4 10-membered ring tHunan uws ldsdumisduiudnsa
@) lulassadraiesslfnser TaekiTomauns lpaduialulassadeainlnseadi
aa 4 U aaan a a [ S & 1
pUuAINAA waziloteniueagniselnsedrzinadIsHAAN MR FI9ZUNTBONIN

Tassadamu Tnssvua@ednu

d‘ a aan = 9y aan dy 9 [ 9 é aan d‘
1y Wﬁ]TimTﬁnJﬂllﬂWiﬂ;]ﬂiilﬂﬂi]uﬁ’) ‘]J;]ﬂiﬁﬂuﬁnﬂiﬂﬂﬂuﬂaﬂvlﬂ GIN‘]J{]ﬂ‘iEJTﬂ
Y dy = a [ Y 4 1

ﬁjauﬂﬁ’u"lm%uu GgllﬂxillﬂWiW%1§ﬂHﬂ’NlJﬁ WUFTLHINN QUYWAY AINAU 0ATINTT

Q £

H Y H
A A =2 o =

9
malfaseuadl vazdugamlinnedu dwmsunsaiil angh 1dviinsAne (@ungil 300-



94

9 [}

U = td‘ a aan aAan L% ad
400°C ANUAY 1 UTTYINIA) MI@ﬂWﬁﬂ%SLﬂﬂﬂgﬂﬁﬂWﬂﬂuﬂa‘U (ﬂ;;]ﬂﬁm"lamwmmmmu)
Y 9 = Y ] ] A Y A @ Yo 0 aan A A I
ulﬂﬂ’é]uélﬂﬂt’ﬂﬂ DL %z@g%maqmngﬂnamamu LL@Si‘Hﬂ’JLﬁQﬂQﬂﬁﬂWﬂﬂJﬂ’J']iJ!‘]_]uﬂﬁﬂ
9 v 9
wilounu uansinalnsedounauiin dese1den1uauNAoUY19g4 (60-70 atm) BANT A7

= as 3 1 F) ° . A = A ~
msiasundasvevenawiueoniusanauviediuin (Jim Clark, 2007) !WﬂﬁaﬂlaﬂﬁiﬂﬂWﬁ‘ﬂ

a

aaa 9 o Aaaa = o A d
%mﬂﬂ‘llg]ﬂﬁt’ﬂﬂﬂuﬂaﬂ IﬂElfnﬁi‘Uﬂ’)uﬁﬂJﬂaSll’f)\iﬂaﬂﬁfJ']ﬂUlﬁLﬂﬁclfuslllele"lu’f)ﬁ niu

Aaan Y Yy & 9 a a aaa ~ d%l I A =& A o
Ugnseigaanuiouy ¥ans ldgungilunisnalfnsengavuy tudnniiauuinianm
Y

o A

Tgnsenduiiulddrandh 1dun awndnnisves Le Chaterlier

v
a

Y
a a J 4 aan
uonmilonnil Arsazimsnnsaunuanludiuvosgurnamaasueslfnsounil
[ @ o 1 1 @ a J ' {
NANUTUNUTILHINAINAINIULATAUT (Gibbs free energy, AG) lagAIAINANA A
I’ . A o $ 1 A A o Yy g’/ 9
(Equilibrium constant, K, ) Tuaa1izmstiny demasiauganisiuaa lduu amsald

o o Aaan H f P ! A vy .
lumsineravesmsilgnsenlugnnznanu 18 150 eedlsznouinaiu viea1ns

F) H
= % % A o v

{ ¥ < & : o ¢
nasunlasvesensasau udu 9ans duilunilaludnlsidvayluaumssaunamans

Y
=

4 a 4 Aann
(The kinetic model) 1o 14 lumseonuuuilfnsaivesljizents



i

i1

=
N

Ethanol molecule m Ethylene molecule H*  Active sites

’ Water molecule

431 myvduaveanuiiull1dlumsneduvesenaululassad9d e lag SUZ-4

Potassium ions

95



96

45  mIavenszuIUMsHAeNau e IHea Jasl §3ealaiasvu

Y v \
nuulFaause
° a an 2 J Jd o . .
MIdIa0dnIzUIUNITHAAENANIINEMIUBA Y UsegndWand Y Visual Basic
. . . =X A ' a 4 9
Application (VBA) 1uT1511n51 Microsoft Excel Bana1sasunwizaiuvosgailgnsal Taolsy
9 a d' 9 a a o 9 a o
ToYANTLUIUNINAANDINDININAIUIVBVDI Cameron HAzANT (2012) nVoyalua1uITY
o 1 1 A an 901 A 3 a Y] 4 o Aann 9 v A A Y] 4
AINAINU N UentloNNautaz N unaafuvannUnseal daunannuy
o ¥ a 14 o 4
Frafeanetl latefiadines (Diethyl ether) HiNU (Methane) 02 F1ad 186 (Acetaldehyde)
[l Y
219U (Ethane) NIALOFAN (Acetic acid) 1oz lalasiau (Hydrogen) Fauyudiasaluaiuil ag
Yy a A o I'4 S 19 A YAy
g19BImIsHaARN UNAINNY Taga1sesaymsdasuutasveueniuealdnin lauiainns
= z:all ~ 9 v Y ' Y @ o g A
naaeuesnuAny1il mui lasenuluiidensuni hvuevdnveatuusiassil tie
H v
MUIUAMAYHNGI9Y (Energy index) 1nA115unandsnunlenavva lunszuiunmsnan
1 ad /ﬁ' = é’
aolsuaenaunnavL
wihawwesllsunsuvesnszuaumskanaagili 432 duauemeinuaniizeua
~ [ v a [ 14
aznszudveId s Ivaoglunszuiums wu guugi aAnwau tazesdlsznoulunszud
y v A 9 o £ . v Y o Ay
uu 1udu GudumsdiuinTagnisaan Calulation! Taod 151UABIMIHUAAUTUALYD
aszuatleuenuea Adeeaznsiasuul/asueaoniuea (Coversion of ethanol) YT 1w

a

1 % 1 4 1 @ o
daaauvea 19110019 N1U0a (Steam-Ethanol ratio) iag luniignadaune MIMUUAYUHYY

U

' ' a ¥ A Y a A 9 a COS!
UAAENTSLLE LBU Qmwgumaﬂaumﬂaumﬂ Qm’ﬂ{]llﬂlflﬁﬂigllﬁﬂﬂ@umﬂﬂj‘]ﬂimmﬂ uag

v H Y
qmwgmmﬂizuﬁﬂﬂauﬂameﬁﬁzuu (Recycle) A3 4.33 nag 4.34 vaannuulisunsu

'
a

o AN Y Y = = Y Jd o
A nmmmmmanmiﬂmﬂlﬂu% Lm%llﬂ1‘i!iflﬂcl"lf\‘11uﬁ\‘iﬂ"lfu Solver "UENI’]JiL!ﬂ‘ﬁJ

Microsoft Excel (Waa1u1au19aun3 lunisriaiaaundslunszuirumsnaanimiunzay lu

1 3’/ =\ U 9 9 o a1 Y o = A Qy o
§$ﬁ??ﬁuu%$ﬂﬂﬁ@\1ﬂl@ﬂ31ﬂllﬂ\1WﬁﬂTﬁﬂTU’Jﬂ!'ﬂhlﬂ ﬂ\igﬂ‘ﬂ 4.35 UAaZIDAUFAVDINITAIUIN

[ d‘ 9 %’, = 1 (d‘ 1 9 =
TsunsuazuaainaoenuInagli 4.36 Joyansuasziimsuaasaluaadning3 uasi
msagUravesmlTnaeniueaild il ardesazwnaldvewenduiioiiounulSuaen-

d’ 9 [ d' 9 1 4 1w A [
woanly mwawmﬂsﬂmmazqﬂﬂimLmzmﬂwwawm



PRODUCTION OF ETHYLENE via catalytic dehydration of ethanol.

Steam-Ethanol ratio
Steam feed rate (kg/hr)

¢ 5104

$101 5102

P101/102

REACTOR SECTION

5106

5109

R103

FEthanol feed rate (kg/hr) AB . A/B
Ethanol Concentration (% Vol.)) A/B
S103 5107 Go to separation train
Ethanol (kg/hr) ) y NG
Total water (kg/hr) Information W PRODUCTS
Conversion of ethanol to... R101 R102 R103
Ethykene Make up feed from separation unit
Diethyl ether: e
Acetaldehyde
Methane Iculation!
Acetic acid Energy index kcal / kg, *
Ethane Yield of ethylene KGEthylene/ KGEthanol feed
Total conversion of ethanol % Ratio of byproduct to ethylene Clear data!
STREAM TABLE FOR REACTOR SECTION
Stream ID Si101 S102 S103 S104 S105 S106 S107 M.F. S108 S109 Ssiio
Temperature (°C)
Pressure (atm)
Vapor fraction

Volume flow rate (m*/hr)

Ethanol, C;H;O0H

Enthalpy (K3/hr)

Water H,0

Ethylene C;H,

Diethyl ether C,H;,0

Methane CH,

Acethaldehyde CH;CHO

Ethane C,Hg

Acetic acid CH;COOH

Hydrogebn H,

Total mass flow rate (kg/hr)

J

“Previous |

Ref. Process design for the production of ethykene from ethanol (2012)
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PRODUCTION OF ETHYLENE via catalytic defiydration of ethanol. [ RFACTOR SECTION

m 5104 5106 5109
Steam-Ethanol mtio E s101 5102 i 5103 I_I
Steam feed rate (ke/bu)| o
Feed stream The defaut value
Ethanol feed (kg/hr) 50000
Ethanol Concentration (%vol.) 95

o
T
o]

PR
s
=
=
oo

TR
%
RS
Ee
)
SR

5
]

00

P101/102
e R102
AlB

7
5

7
5

S

%5

Ethanol feed rate (ka/hr))
Ethanel Concentration (%Vol.))|

v
=2
=

=
s
=
=

cohanol (o] MP Steam Injection 1 s S2Loseparation tran
Tatal water (kg/by)| Informati  (Steam-Ethanol ratio) PRODUCTS
ion of ethanol to...| R101 R102 R103
Ethylene Fractional conversion of ethanol (0-1.00) In unit
Diethyl ether|
Acetaldehyde] ‘ 0.8000 ote that:
Wethane Apply this value to al reactors Calculation!
Acetic acid| keal/ KGieumpiens Lalcuiation!
Ethane| Data information K eunytone/ KOEsarsiseca
Total of ethanol % Import data Clear da
s | ==
Stream 1D s101 s102 5103 | s104 S105 5106|5107 MF 5108 5109 s110
)
Pressure (atm)
Vapor fraction
[Volume flow rate (m*/hr)
Enthalpy (KI/hr)
)
Ethanol, C;HsOH|
I Water H.0 1
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PRODUCTION OF ETHYLENE via catalytic dehydration of ethanol. | REACTOR SECTION
p o ) o
Steam-Ethanolatio | 1| s101 102 o S10:
Steam feed rate (ka/br) | UserForm2 X
The default vaize hsedd
- Temperature of 5102 3 e sl
"EV101 outlet”  (150-200 C C pes]
Ethanol feed rate (ka/h 0E+04] e L 3 ] by
Ethanol Concentration (%Vol.)) Temperature of MP Steam . g
(250-350 C ) N C _ N
5103 : Go to separation train
Ethanol (ka/hr) Temperature of 5104 N
Total water (ka/h Inform  "R101 inlet” (300-400°C ) 400 ‘& PRODUCTS
jon of ethanol to...| R101 R102 m% of S106 ) \,
Ethyiene|  0.8920 0.8920 0897 "R102 inlet” (300-400°C ) 350 C
Diethy ether| _0.0064 0.0064 0008 R
Acetaldehyde| 0.0012 0.0012 0.00] TYemperature of Recyde o
" " v 180
Methane|  0.0001 0.0001 o.00f ROOY (T c
Acetic acid|  0.0003 0.0003 0.000 Temperature of 5109 5 o kcal/kgemyiene
" nlet” “ 350
Ethane| 00001 0.0001 0000 103 inlet (z00-4 C ) c [T 7 —
Total of ethanol 90.00 %
Input data I Cancel ‘
Stream ID S101 5102 5105 Sror Sru Srow o M.F. 5108 5100 s110
Q)
Pressure (atm)
vapor fraction
Volume flow rate (m*/hr)
Enthalpy (KI/hr}
)
hanol, C;HsOH
I Water H-0| I [ I I [ |

31U 434 nassdoanudrmiumsmuuagurglvedunaznszud

PRODUCTION OF ETHYLENE viz catalytic dehydration of ethanol. REACTOR SECTION

Stesmr-Ettancl rato . sz sz
Steam feed rate (ka/br)

R101

Ethanol feed rate (ka/br) b
5] *

Ettanol Concentration (%6Vol,))

s103

Ethanal (ka/hr) | 4.756404]

Total water (ka/br)| _5.256+0+

i -] _Rio1 R102
8520

0064

il Go to saparation train

Mixed stream Temperature!
ED

Diethyd ether|

0013
Mathane| _0.0001
Acetic cd| 00003
Ethane| 00001

0 Temperature of $1101s 240,03 *C

et ezt
Total conversion af ethanol % Clear data!
Stream 1D 5101 5108 5105 5110
35.00 326.13 350.00
Pressure (atm) 1140 L4 1140
[Vapor fraction 0.00 100 100

[Vohume flow rate (m/hr)

544501 5.84E+01] soEr0| 2208402 2835402 283602 2885402
3.96E+00) aseEv00|  sasEe00| L] 153601 LE3E01] L55E+01]
L97E+01] 197E+01| 2366401 117602] 2.16E+01] 2166401 2.25E+01]
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PRODUCTION OF ETHYLENE via catalytic dehydration of ethanol. [ REACTOR SECTION

Steam-Ethanol ratio s101 102
Steam feed rate (kg/hr)| 5.00E+04

P101/102

EV101
Fthanol feed rate (kg/hr) | 5.00E+04 AB 4

Ethanol Concentration (% Vol.))

R103
A/B

R102
A/B

S103 5107 Go to separation train
Ethanol (kg/hr)|  4.75E+04 NG
Total water (kg/hr) 5. 25E+04 Information W PRODUCTS
Conversion of ethanol to... R101 R102 R103
Ethykne|  0.8920 0.8920 0.8920 Make up feed from separation unit
Diethyl ether|  0.0064 0.0064 0.0064 o
Acetakdehyde|  0.0012 0.0012 0.0012
Methane|  0.0001 0.0001 0.0001 Iculation!
Acetic acid|  0.0003 0.0003 0.0003 Energy index| 1081.34 kcal/kg,
Fthane| 0.0001 0.0001 0.0001 Yield of ethylene 59.65 KGEthylene/ KGEthano! feed
Total conversion of ethanol 90.00 %% Ratio of byproduct to ethylene 0.03 Clear data!
STREAM TABLE FOR REACTOR SECTION
Stream ID S101 S102 S103 S104 S105 S106 S107 M.F. S108 S109 S110
Temperature (°C) 35.00 180.00 300.84 400.00 186.47 350.00 330.41 180.00 326.13 350.00 340.03
Pressure (atm) 11.40 11.40 11.40 11.40 11.40 11.40 11.40 11.40 11.40 11.40 11.40
Vapor fraction 0.00 1.00 1.00 1.00 1.00 1.00 1.00 1.00 1.00 1.00 1.00
Volume flow rate (m*/hr) [ 6.27E+01 | 3.81E+03 | 1.63E+04 1.63E+04 1.83E+04 1.83E+04 2.45E+04 3.25E+02 2.48E+04 2.58E+04 2.56E+04
Enthalpy (K3/hr) -8.75E+08 -8.75E+08 -8.43E+08 -8.43E+08 -8.61E+08 -8.61E+08 -8.56E+08 -8.56E+08

Ethanol, C;HsOH| 4.75E+04| 4.75E+04 4.75E+04] 4.75E+04 4.44E+03 4.44E+03 4.15E+02( 1.91E+03 2.33E+03 2.33E+03 2.15E+02

Water H,0| 2.50E+03| 2.50E+03 5.25E+04 5.25E+04) 6.92E+04) 6.92E+04|  7.07E+04|  6.03E+02 7.13E+04 7.13E+04 7.22E+04

Ethylene C,H, 2.58E+04) 2.58E+04]  2.82E+04|  1.64E+02 2.84E+04 2.84E+04| 2.96E+04

Diethyl ether C,H;,0 4.87E+02 4.87E+02|  5.32E+02]  8.40E+01 6.16E+02 6.16E+02 6.40E+02

Methane CH, 4.23E+00 4.23E+00]  4.62E+00 1.69E-02 4.64E+00]  4.64E+00 5.03E+00!

Acethaldehyde CH;CHO 5,44E+01 5.44E+01 5.94E+01]  2.24E+02 2.83E+02 2.83E+02 2.88E+02

Ethane C,H; 3.96E+00 3.96E+00]  4.33E+00]  1.10E+01 1.53E+01 1.53E+01 1.55E+01

Acetic acid CH;COOH 1.97E+01 1.97E+01 2.16E+01 1.17E-02 2.16E+01 2.16E+01 2.25E+01

Hydrogebn H, 2.99E+00 2.99E+00]  3.27E+00 4.41E-03 3.28E+00 3.28E+00 3.51E+00

Total mass flow rate (kg/hr)|  5.00E+04] _ 5.00E+04) 1.00E+05 1.00E+05 1.00E+05 1.00E+05 1.00E+05]  3.00E+03|  1.03E+05 1.03E+05 1.03E+05
4 Ref. Process design for the production of ethyiene from ethanol (2012)
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Abstract. SUZ-4 zeolite was synthesized by the sol-gel technique, followed by hydrothermal
process. The effect of the molar ratio of rice husk ash based silicon dioxide to silica solution was
investigated. The synthesized zeolite was characterized by XRD, SEM, N, adsorption and
temperature programmed desorption. The results show that the SUZ-4 zeolite was formed for all
investigated conditions. However, the formation of MER zeolite occurred as an impurity for the
content of rice husk ash higher than 75%. A needle shape crystal with mainly microporous structure
is the feature of synthesized SUZ-4 zeolite. The result of temperature programmed desorption
indicated that the chemical surface property of obtained SUZ-4 zeolite was weak acid sites.

Introduction

Nowadays, the solid catalyst plays a key role in various chemical process industries. Both of
porosity and chemical surface properties are major factors of its function. Zeolite, an
aluminosilicate seems to be a good candidate for this matter. Since, it has the large surface area with
the uniform pore size distribution and high acidity [1].

SUZ-4 zeolite is the new synthetic aluminosilicate recently patented by Barri S. A., British
Petroleum Company [2]. This crystal zeolite is hydrothermally synthesized by SiO,, Al;03, KOH,
NaOH, tetracthyl ammonium hydroxide (TEAOH). and quinuclidine [3]. Its structure framework
consists of five-, six-, eight-, and ten- membered rings. The three dimensional pore system has the
straight ten-membered rings channels paralleled to unit c-axis and the intersections by the two
arrays of eight-membered rings [4]. The framework of this zeolite displays topology relating to that
of ferrierite zeolite (FER). Mooiweer et al has been reported FER displayed excellent catalytic
property [3]. Thus, regarding to the similar structure between SUZ-4 and FER, expected that SUZ-4
zeolite would display catalytic properties similar to FER [6]. Recently, this zeolite was used as
catalyst with various metals loading as Cu, Ag, Fe, and Co for NOy reduction reaction from
combustion engine [7]. SUZ-4 zeolite was also used to catalyze the methanol dehydration reaction.
It was found that SUZ-4 zeolite gave a good selectivity and high stability for production of dimethyl
ether [8].

It is well known that the cost of raw material is quite high for synthesis of zeolite. There are
some researches have been trying to reduce the cost of materials such as finding the optimum ratio
of chemicals, using a seed of desired zeolite instead of the template chemicals [1]. Reduction of
energy consumption was also investigated by using the fast hydrothermal synthesis or using the low
temperature [9]. There is an another interesting way to reduce the cost of materials by using the
source of materials produced from agricultural residuals. Normally, the rice husk contains silica as a
main component. Its ash can be used as a source of silicon dioxide with a high purity up to 97.3%
[10]. There are some works successfully used the rice husk ash to produce the ZSM-5 zeolite [11]
and the SUZ-4 zeolite [12]. However, the reports showed lack of physical and chemical properties
of synthesized zeolite. This work we present the detailed characterization of SUZ-4 zeolite affected
by the molar ratio of the rice husk ash based silicon dioxide and the silica solution.

All rights reserved. No part of contents of this paper may be reproduced or transmitted in any form or by any means without the written permission of Trans
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Material and Method

Preparation and Characterization of Rice Husk Ash based Silicon Dioxide. A batch of clean
raw rice husk was refluxed with a liter of 0.5 M of sulfuric acid (prepared from 96% H>SO,, Carlo
Erba Reagents) at 100°C for 2 hours. The sample was cooled to room temperature, and then washed
with water to reach the pH approximately 7. After that, the sample was dried at 120°C for
overnight. Finally, the dried sample was calcined at 600°C for 2 hours with a heating rate of
10°C/min. The white solid of rice husk ash (RHA) was obtained. Before using, this solid product
was ground and sieved to have an average particle size 63um. The X-ray diffraction (XRD, Bruker
D2-phaser) and the X-ray fluorescence (XRF, XTG5200 Horiba) were used to characterize the
phase structure and the elemental composition of RHA, respectively.

Preparation of SUZ-4 Zeolite. SUZ-4 zeolite was synthesized by Sol-Gel technique, followed
by hydrothermal process. This work, RHA and silica solution was used as the silica source and
varied the molar ratio of RHA (R) per silica solution (S) as following OR:100S, 25R:758S, 50R:50S,
75R:258 and 100R:0S. The molar ratio of 50R:50S is explained for an example of chemical
preparation. There are two main solutions were prepared including the potassium aluminate and
silica mixture. The potassium aluminate called solution A was started by dissolving the 3.57 g KOH
(85%wt., Carlo Erba Reagent) in a 72.72 g of distilled water. A batch of 0.25 g Al powder (99%,
Aldrich) was then slowly added and stirred for 24 hours. A solution B, silica mixture was prepared
by mixing 7.5 g silica solution (40%wt., LUDOX AS-40 colloidal silica, Aldrich) and 4.5 g distilled
water and the 2.99 g of RHA was slowly added and stirred overnight. Then, this solution was mixed
with 9 ¢ TEOAH (20%wt.. Acros oganics) for 2 hours. For the gel formation, solution A and
solution B was slowly mixed and stirred for 3 hours. The resulted gel has a composition as
following 21.2Si0,: 2.6KOH: 7.9TEAOH: 498.1H,O: Al,Os. The gel was then crystallized in a
hydrothermal vessel at 150°C under autogeneous pressure for 4 days and using agitated at 400 rpm.
After that, the obtained sample was filtered to gain the solid product. This solid product was washed
with distilled water to reach pH less than 9 and dried at 120°C for 2 hours. The dried sample was
then calcined at 550°C for 4 hours with a heating rate of 10°C/min. The white solid product, zeolite,
was then characterized the physical and chemical properties.

Characterization of Zeolite’s Properties. The X-ray diffraction (XRD, Bruker D2-phaser) was
used to characterize the crystalline structure of zeolite with Cu-Ka; radiation (A=1.541A). The
crystal morphology of zeolite was observed by scanning electron microscopy (SEM, JEOL JSM-
5800LV). The N, adsorption (Micromeritics ASAP2010) at -196°C was used to determine the
specific surface area and pore size distribution of zeolite. The amount and strength distribution of
acid sites of zeolite were measured by temperature programmed desorption (TPD) of ammonia
(BELCAT-B).

Results and Discussion

Rice husk ash based SiO;. The chemical compositions of RHA were analyzed using XRF and it
is found that the main components are Si0; 99.6%wt. and the other of A,O3 and Fe;O3. These
impurities can be neglected their effects on zeolite formation as it shows a very low amount as
found in the work of Thuadaija and Nuntiya [13]. Thus, the RHA is considered to be the silicon
dioxide. The phase structure of RHA is found to be amorphous phase as shown in XRD pattern of
Fig. 1. This phase is unstable and could be easily to use as a reactant for sol-gel reaction [14].

XRD Standard peak of smorphous SiO:

2-Theta

Figure 1. XRD pattern of rice husk ash.
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SUZ-4 zeolite

Zeolite Phase Analysis by XRD and SEM. The XRD pattern of synthesized zeolite is presented
in Fig. 2(a). It is seen that the main component of the synthesized zeolite is SUZ-4 zeolite. This
conclusion is supported by the comparison the experimental data with the XRD standard pattern of
SUZ-4 zeolite [15] at following 26 positions; 7.7, 15.1, 19.3, 24.8, 25.5, and 28.4. However, an
increasing in the amount of RHA leads the formation of MER zeolite as initially observed in the
molar ratio of 75R:25R. In general, the components of SUZ-4 zeolite and MER zeolite are the same
but the ratio of Si/Al of SUZ-4 zeolite (6.2) is higher than that in MER zeolite (1.9) [12]. Thus, the
formation of MER when increasing the amount of RHA may be due to the dissolvable of some
RHA particles. These particles slowly dissolve to be silica solution resulting the less amount of Si
in solution in final stage of zeolite formation. This behavior induces the possibility to form the
MER zeolite 14, 15].

The SEM images at 30k magnitude of synthesized zeolite are exhibited in Fig. 2(b). In overall,
the shape of SUZ-4 zeolite are needle like shape. The increasing in the content of RHA affects the
formation of the other type of zeolite as shown a round shape of some particles in Fig. 2(b, 4) and
2(b, 5). This finding is previously mentioned. The SEM images clearly show that the larger needle
shape was obtained by increasing amount of RHA.

a * SUZ-4
( .) . o MER
o s & P .

o o, ¢

a 100R : 0S

SO0R : 508
25R : 758|

OR : 1008}

Intensity (Counts’s)

| S A ¢

gl it gk XRD Std. pattem
10 2 30 o 50

2 Theta o “
Figure 2. a). The XRD patterns of synthesized zeolite at different the molar ratio of RHA to Silica solution.
b). SEM images of synthesized zeolites at 30,000 magnitudes;
1) OR:1008. 2) 25R:758, 3) 50R:508. 4) 75R:25S, and 5) 100R:0S.

Physical Surface Analysis by N,-Adsorption. The adsorption of N, at -196°C is used to
determine the porous properties of zeolite including surface area, micropore volume, total pore
volume, and pore size distribution. The N, adsorption isotherms are shown in Fig. 3(a). It is
observed that all of isotherms are type Il based on IUPAC classification. This result implies that the
combination of sample’s pore size of micropore and mesopore.

From this work, the porous properties of synthesized zeolites are shown as BET surface area and
pore volumes in Fig. 3(b, ¢) and pore size distributions in Fig. 3(d). It is indicated the 100% silica
solution (OR: 100S) based synthesized zeolite shows the highest of total pore volume. Its large pore
results the BET surface area showing in the moderate number. The increasing of RHA adding
decreases the total pore volume as found in Fig. 3(b). However, the micropore tends to increase up
to the maximum at the 50R: 50S. This increasing of micropore induces the higher number of BET
surface area as exhibited in Fig. 3(¢). However, the maximum of BET surface area is found at 25R:
758. This is because its average pore size in micropore range is smaller than in the 50R: 508, as
displayed in Fig. 3(d).

The increasing of RHA from 50R: 50S to 100R: 0S tends to reduce the total pore volume,
micropore volume, BET surface area, except meso and macropore. From this trend may due to the
formation of another type of zeolite, MER, as previously mentioned in a results of XRD and SEM.
The MER’s porous property is found to be similar to the group of natural zeolite [16] and their
porous content is quite low [12]. That’s why the higher content of MER, the lower porous
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properties. In Fig. 3(d), it is clearly observed the pore size distribution of synthesized zeolite
showing the main peak in micropore range with the broad peak in meso and micropore range.

250 x : —e— OR 1008 0.30
L 20 —a— 25R75S
- - e Poman 5= 222200 —8— S0R:508 025 2 (b)
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Figure3.  a). Adsorption/desorption isotherm of N, at -196°C of synthesized zeolite by varying the

molar ratio of RHA to silica solution (close symbols for adsorption loop and open symbols
for desorption loop)

b, ¢). Porous properties of synthesized zeolite at different the molar ratio of RHA to silica
solution.

d). Pore size distribution of synthesized zeolite with average pore width in range of
micropore.

Analysis of Chemical Surface Property by NH;-TPD. The surface acidity in terms of the
strength and the density of acid site is represented the chemical surface property of zeolite which
can be measured from the temperature programmed desorption of ammonia (NH3-TPD). From this
work, there is only one main peak at the low temperature range of 150-200°C, as shown in Fig. 4.
This low temperature of NH3-TPD peak implies the weak interaction force between the active sites
and the NHjz molecules. Therefore, these active sites could be grouped as weak acid sites. These
weak acid sites may be due to the present of K' ion instead of the H' ion. The strength of acid site
can be seen from the temperature relating to the peak, the higher temperature, the high strength of
the sites. At the high content of RHA 75R: 25R and 100R: 08, the strength slightly decreases.

In addition, the NH;-TPD profile can be used to determine the density of acid sites on the surface
which is the amount of adsorbed NHj at 100°C. The results are as following 0.746, 0.737, 0.736,
0.556, and 0.477 mmol/g, for the series of sample with increasing the amount of RHA, respectively.
The trend of strength and density of acid site are the same trend as decreasing with and increasing in
the content of RHA.
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Figure 4. NH;-TPD profile of synthesized zeolite.

Summary

SUZ-4 zeolite can be synthesized by using the rice husk ash as a source of silicon dioxide. The
MER zeolite can be formed as an impurity if using the rice husk ash higher than 75%. The SUZ-4
zeolite with needle shape crystals and mainly micropore size structure are achieved in this work.
Temperature programmed desorption revealed that the chemical surface property of SUZ-4 zeolite
was weak acid sites.
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