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Abstract

Two types of binders were selected for shaping the catalyst: Type I, consisting of
methylcellulose (MC) and polyvinyl alcohol (PVA) at a 7:3 ratio by weight, and Type I,
glutinous rice flour (GF). These were tested to compare the effects of binder
decomposition on, or its benefits to, the carbon dioxide methanation (CO2 Methanation)
process, which utilized a nickel metal catalyst on a Zeolite 5A support.

In the experiment, the catalyst was shaped into cylinders with a catalyst-to-
binder ratio of 9:1 by weight. The tests were conducted using a plug flow reactor (PFR) in
the temperature range of 200 - 500 °C at atmospheric pressure. Either 1 gram of the
shaped catalyst or 0.1 grams of the pure binder was used under the feed conditions of
pure nitrogen or hydrogen, and a carbon dioxide to hydrogen ratio of 1:4 at a flow rate
of 60 milliliters per minute.

From the Thermogravimetric Analysis (TGA), it was found that both types of
binders could decompose into carbon dioxide (CO,) in the range of 107 -~ 10° mol/min,
carbon monoxide (CO) in the range of 10 — 10 mol/min, and methane (CH,), ethane
(C,He), and propane (CsHg) at 10° mol/min, 107 mol/min and 107" mol/min, respectively,
through hydrogenolysis and pyrolysis reactions. However, the amount of gas produced
was extremely small compared to the products generated from the methanation
reaction of the nickel catalyst. For the tests conducted under a mixed gas of carbon
dioxide and hydrogen, it was found that the Type | binder promoted carbon monoxide
formation at a level of 10 mol/min, compared to 10> mol/min for Type II, via the
reverse water-gas shift (RWGS) reaction at high temperatures. When combined with the
nickel metal catalyst, it could continuously catalyze carbon monoxide methanation (CO
Methanation), resulting in an increased methane yield. Therefore, the Type | shaping
binder is more effective catalytically; however, in terms of mechanical shaping strength,

it is not comparable to Type II.

Keywords: Nickel Catalyst, Zeolite 5a, Fabrication Catalyst, Binder
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mol/(min. g catalyst) & qm‘mﬁ 300 DIALGALTE é’uﬁwgma%maldmiL%ummmw"ﬂ
UAseduansusznoulelasmsveuluaisuaufnndndununanisusulaeenlen wnadinu

v v 6V

wazunasny senslsinuauuvureswnaatsueulneanlen wnadivnu wazunadwu dan
Tuy39 10 mol/(min g catalyst) InliaiUSeuiiisuiuwnaaisusulaeenleadsuwiainios

ﬂgj*ﬂﬁm‘ 4.83 x 10 mol/(min g catalyst) M1ntUSHULTEUAUAIIULYNVUTDIUN

msuaulaeenlenlaudmiulgiseimsueulaeenlenuniudusariveyalumuinm %
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naAsundasasunanisuaulaoonlen (6.68 x 109)/(4.83 x 10) x 100 = 0.013% fawina
19%) AUANT 6

A.) NMINAFBUTUNIEAITHAT MC 521U PVA Way GF Us1anindalsa§Asen anela
antzunanan 3 vida loun 1 unalulnsiouusans wnalslnsiouusans wazuna

Asuaulneanluanauknalalasau

ﬂ.l) aﬂ?EJIG]?!J]’]’JSLLﬂﬁl‘uImiLQUU?Q‘VIﬁLW@V}ﬂﬁ@Uﬂ’]iﬁﬁ’]ﬂﬁ’m@\‘iﬁ’ﬁwﬁﬂ‘u MC 3’Jllﬁj‘U
PVA %38 GF

€ MC+RUA Binder N, Test . = GF Binder N2 Test E =
£ soe4 506-05 £ = £ S0E04 —m—————————— SO0E-0s £ B
g T ======= 85 > = O
£ (n) =3 g 4 3¢
g 406-04 a0e0s G 8§ = 40eM 400E-0S b
E oo a Q'
~ ] £ 2 =
g 3.06-04 2005 8 § oo 20e-04 a00E-0S G E
- E O I ©
[} 3 g - O g
o = £ G 2.06-04 200E-D5 5 =
§ 20604 20605 5 P 0
3 s o o % 5
8 e 3 1.0E-04 1o0E-05s S ©
2 10e-04 Weos L S 3 3 o
B I &d = <0
£ noevon © & 9- O ooeron 3 P g ooermn & A s ' 0.00E+00 5B

200 300 400 s00 g = 200 300 400 500 3

Temperature (°C) Temperature [°C)
+C02 Fead CH4 Product CO Product -*C02 Feed CH4 Product CO Product
COZ2 Ouput -+-C2H6 Product ©C3+ Product COZ2 Ouput “*-C2HE Product ©C3+ Product

AN 7 HANSVAGBU ENTE MC 531U PVA(N) ansenu GFA) melaanmzunalilasiauuiavio

namadeunglaanneundlulasiautigvinuunanisueulnoenlennnisaaeiives
aswan MC safu PVA o gamgll 300, 400, 500 eeFLEalyd AINLITNTUTEILN
msvoulneenlungsfign Mgamnll 400 ssmieaidoa faniu 1.48 x 10° mol/min 1iloii
gaunil 400 uay 500 asrLwaLTYa unansuauNeuenleniiUiinas 879 x 107 mol/min
uag 6.63 x 107 mol/min AMuddy uagnuwNaATivy @i’jﬂLLﬁiqmmﬁ 200 - 500 BIALTALTYA
USnausin aglums 4.87 x 108 - 1.35 x 107 mol/min fanmil 7

MIVARDUANIHAILLUY 1| (GF) wunannsnaaedmdnunamsveulaeenlen ngln
anmeunalulasauiiviiusimiaisuaiy MC 1 PVA waswuunaasuaulaeenlen o

[y

paunAd 400 - 500 peFwaled AU 1.92 x 10 uag 4.99 x 107 mol/min usna1ndies

9 U

AIanuLnavuUsunm agluyia 10%- 107 mol/min

NANIINARDITNAY LAAINITAAIERIVBANTHAIL MC 513U PVA Inndnsumina
msvoulneenlngsan a gaumgil 400 ssmiwaLdea U3 1.48 x 10° mol/min Lﬁ@ﬁﬂ%@ga
lufuum%nisivAsuuamesunamsvaulnsenleniisunislewamudnsaunsmagoy
asuaulaeenlonuumiudy (1.8 x 105)/(4.83 x 10 x 100 = 3.0% mﬂszjja;ﬂaﬁmaln #13130

Teguduarnuduldlaninmnihdussujisentugululelumsviugisenisveulaeenlenmiu
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Fuwarazyinly %n1sasunlaswnanisvaulaeenlanuinniiniseuiaanudulilanianes
Tulpunding

n.2) melpaniizunalalasiauusgnsiienaaounisaaiedivsonisiinuise1ves

a5uaU MC 5217U PVA %50 GF

MC+PVA Binder H, Test GF Binder H, Test
— S.0E-04 10E-01 — 5.0E-04 10E-01 5 =
£ £E E £ %
%4DE04 8,0e-02 E‘% 3 2‘,:3
£ a0e- 2 £ a0e04 8.06-02 58
‘é Iz o E é- L4
£ 3.06-04 60E-02 o' _ £ 3.06-04 B.0E-02 g £
g g g =3 at E
o = hu =] T o
s 2.06-04 406-02 G g 5 20€E-04 4,0€-02 o E
- = [=]
3 s 3 % 2 3
5 L0E-04 206-02 B 5 L 10604 2.06-02 e 3
2 =3 3 5
2 2y 2 ./.—: 28
& ooe+on © - 0ges0 = O 5 00e+00 © — DOE+00 . o
[+] 2
= 200 300 400 500 g = = 200 300 400 s00 2 &
Temperature (°C) Temperature (°C)
*-C02 Feed CH4 Product CO Product
. Y +-C02 Feed CH4 Product CO Product
0z Cuput C2HG Product 9C3+ Product COZ Ouput ®C2HE Product ®C3+ Product

AW 8 HAMIVIAGBUASRENU MC 52871 PVA (1) ensivenu GF (@) mellaannzunalalasiauiEays

dmsumanageuasnaunislavssenaunalelasiauuiand asuanuia 2 uwuu In
wdnsme unanisueulaoenles wnafiny wazunalelnsaisuen sauludemdndmm
lalasansuausionn CHy tumuly daunwisgamgdl 200 - 500 sselwaldoa wazU3uinves
wAnSunTudasnadasunannisaaeivesaskaiunglavsseinavesunalulasiau
uandulnUSunamandam ssnaunaiimuuarlelasasuoufiinnmn dagsanogi 10° Tuvnedi
msaanefnelavssemavesindlulnsouiiaigeaadios 107 Wesnesueulnsenleaiiin
ansaviufAsesusuunalelasauinuifsemsueulaeenlsnumudulundnson wna
fmu uazlelasesuouUiinavesadndum agluvis 106- 10° mol/min fanwd 7 winsiam
unansuaulaeonlen TUSHINEIAA 1.25%10° mol/min MN@SHAIY MC S2miU PVA o
gunndl 300 esanwaldea (danfsuiuunanisvoulaoenlenouirn in1fy 1.25 x 10°
(mol/min)/4.83 x 10 (mol/min) = 0.26%) war JUTU1MEIEA 3.46 x 107 mol/min A1NET
WAL GF o gaungfl 400 ssrwwaidea @anfleufuunansvoulaeenlealsue iy 3.46 x
107 (mol/min)/4.83 x 10" (mol/min) = 0.07%)

dofinnsanuimaunaiing uaz wnalslasaisuouainnisaaiefivesansnaIuiians
wuu fimaiAnegtetaiau w gumadl 400 uay 500 esmwaldua n1sdatefvosAI AT 2
wuu melavsseniaunalelasiouuians imundnsununanisuoueuenlen dudugium

nsdudalagnsesennwnalalasiaunazansiaiy aunsafindjiseinisdalasasidluiana
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arsUsznavlelasansueu a guvqd 400 - 500 esAwaLdea (Hydrocracking) landnsam
asUsznavlelnsasueuluanaidn laun unafiny uazunalalasasvendifiansueusnna 3
GETRH

p.3) melpannzunaasveulasenleanauunalelasaudienaaeumsaaiefinie
nsLAnURRTevesaIHaTL MC T2ufU PVA Wway GF

MC and PVA Binder in COx:H; =1:4 GF Binder in COy: H, =1:4

500 4 i 500 |f J
% Yeild CO = 38 % : ¥Conversion = 38,54, = % Yoild CO = 5.4 % : %Conversion = 6.0 %
E' 400 3 = T YeLonversion = 10. E %% Yeild CO = 1.2% : ®%Conversion = 3.6%
=] =1
-
g B
8 2 300
g | y
£ 300 - ' E
o % Yaild CO = 1.4% : %Conversion= 8.5% 1]
[ -
. 200 ]
200 e

0.0000 0.0001 0.0002 0.0003 0.0004  0.0005
0.0000  ©.0001  0.0002  0.0003  0.0004  0.0005 . .
Concentration (mol/min g catalyst)

Concentration (mol/min g catalyst)

mC3+ mC2H6 BC02 Ouput
uC3+ mC2H6 BCO02 Ouput CO WMCH4 @CO2Feed

aco BCH4 BCO2Feed
21N 9 HaNSNAURAT1YeEINAIY MC 530U PVA (n) wagnsinauf)isenvesansuay GR()

fuknaasvaulneenles/ wnalalasiau

ANNSUNITNAABUATNTHEIU MC SAUAU PVA NUR1EN1SaRaI009U UL LN A
Asueulaeenlyaiivowwuaziindundndumunanisuouneuanten s aaumgll 300 - 500
DIANYALTYE AR 6.19 x 10°- 1.83 x 10 mol/min Talnatdssnudsununisuasulaeanlon

fianas Anldy %n1swasunlasvesunaansusulaeenlen wiiu 8.5 - 36.8% Lag%nalauns

6

wnaAISUDUNBUDNLYA 1WAU 1.4 - 38.0%

dMTUNINAFBUAIINETY GF WUNGANIIULUULALIAUAITNATY MC 59ufU PVA WU
anaswaiLnaansuaulneenlsnUoununusunnuenin fnandununanisueutenuonlen
oy aTuY o gaungd 300 - 500 s iAITyA Aaum 1.78 x 10°- 2.61 x 10 mol/min
falnatfestuusuiuaisusulasenlanianas Anifu %nisildsundaveund

Asvaulaeanlen WU 3.3 - 6.0% Laz%NalAYRILNAAISUBUNAUDNIYA 1N 1.2 - 5.4%

-510 -



N15UTEYUIVINTIZAUBIRUATUIUIYIA LUYARATIYINTG ATN 16 UANINYIFBUDTVINTUNN

“YIanssuuazn1sseusivedinugeie” TuAns 27 funau 2569

NI UANINAIUNS 2 wuuniglaunaaisusulaeenlenuazunalalasiau dngAnssu
nsinUise sty As HUHA3e13 3580 TLNaTHANITY AININA 9 Wuwnaiivy &

Usunasmunndiaseunsuduwnaaisuaulasanlas (a1 102 - 107 mol/min)

aaa

nsAnwAuan YRR IUfTEen

o

£%
v

N13NaaauN1sUasULUaIINENNIIAIINTBUVBIALIIUJATT (Thermogravimetric

Analysis)
2.0e-04 1000 5.0e-04 1000
(n (v
800 ] eoo_
o =} (&)
-5.0e-04 428°¢ < -5.0e-04 =
(] so0 ©
- 600 £ % 5
k) J = =
3 s 3 5
° o o 400 a
295 °C 400 a
-15€6-03 E -1.56-03 E
=
200 200
315 °Cc
-2.56-03 |m—— 25603 o e mm e e mm e O
Timel(s)

Time(s)

MC+PUA 2.5%H2 In N2 —MC+PUA N2 —Temperature GF 2.5%H2 In N2 —GF N2 —Temperalure

= a 5 o ¥ P v ' aaa
A1 10 ﬂ'ﬁ‘l/l(ﬂﬂ@‘Uﬂ’ﬁLUﬁEJULLU@Q‘U']MN?WI’NW]’]M?E]UGUE]\‘iﬁ’]’if}\lﬁﬂumﬂiqﬁ"\ﬂﬂ@’]Lﬁ\‘iﬂaﬂiﬁl’]

LEAINISIUTB UL UTZIINEITNATULUUN | (n) waz Il (V)

PN 10 usnsmgingsunsaaeivesmanaumelaanmzunalulisau wazanmzuna
Telpmaunanifuundlulasiau Tnomsuanseonuesenstanus iawagloanausaiunedliausanesea ()
Anmsamesilu 2 saemumgl Insameshgeaiionngll 295 osngaiia wasnsamesifisainues
Tonmafl 428 asnivaida lunnsiimsameiesanstauudmmmietuinsanelafnnfioms
Feniigamail 315 esnwaiBea () ansnenuisiiaaglaanansiunedlhiaueanesea Rensaanein
500 Wuuinsaanesuesansnanuaanesn 80% melaviaosanm eelsinunsameshluanmedi
upnrfualyandeinamatiy

MINAEUALLTILTIUUSA (Compressive Strength) YaesaLssUfASe

AN 3 WARINANTTNAAOUAIILMIIUNTIVBIRRSIUATE1TUFUN 2 Uy

o v AULATEA AL TIVDIE
ZeIESVRIETN ALLAY (MPa)
(mm/mm) (MPa)
FiseUffBe ULy | 1.546 0.2 7.732
él’aL%qUQﬁ%m%ugﬂLmU I 2.823 0.1 28.231
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seMInAAR LAY LTSRS RT3 Tesuse e iuguuuy I GP 3
udausigauazuaniinlanm SRR MUgULLL | (MC Tufy PVA) ilesnanidiunizued MC
sifu PVA suiug s dumawadbienunsosmiuamudeemaneluassmnsldnousnn
Tassamamelunans luvasishissfiowuu | Tdnvsdusaniiormefuyuidermmlumssaas
dodiuasdoavdmninunssuumsetlasensneluddsunndnlunas amdmusenmUdougy

INNNLEUUT |

#3UNan15Y

MIVAADUAUTIUAATIIMU | uazUUU | IunTEUINNITIRNTY nnelausseiniauna
lelasiou nundnsusunaiimuuazinanisueulaoonlen An9INN15aa18RI9898NHATUIIN
‘Uﬁﬁ%mmiLmﬂé’hsuaﬁms‘dasnaulaimm%uau%amﬁalaimmu (Hydrocracking) wagUfnsen
wislada nansaumiln 10 me/s

n1IMAdEUANTKAT MC 533U PVA uay GF anelausseneunalulnsiay azdans
aaneilvndnsaumunanisueulneenlemdundnsunudn anujisenlnlslada wansum
fintegluris 10° me/s fomrsuaulneenlen n1snadeuaIsnaIu MC 590U PVA way GF
nelaussenieunalalasiau szifanisaaeflundndunndn fo unadinuuazuna
asveulaeanlen 11nUfAse1n1suandvesaisuszneulelasasuounisunalelasiau
(Hydrocracking) Nﬁmﬁm#‘lﬁﬁ’lagﬂuﬁw 10 mg/s

nMAADUATIKETL MC 190U PVA uag GF nglausseaniaunaansuoulaeanlan
uazunalalasiau Sasrauasenui 1: 4 WUwﬁmﬁm%ugamguauuauaﬂlﬁzjﬁmﬂﬂﬁﬁ%ﬁﬁ%
aremasLnaTHe davemadsunUasnisusulasenlen 38% dwiuanauaiu MC 1wy PVA

Lag 10% @usSuasNaIu GF

aAUsena

MINAFBURIDEETHEN MC RANTIAY PVA Lag GF iusimaindaissufisen ns
nedeuiianinzvesnistouunarinferu lundnsualalasasueunazansusznavaiunis
MnUARTeNsaatedinslausssnmanalulasaunieunalelanauuientu lawn una
asusulasenlen unansuouteuenlen uazknaTvy nuNUIMmesLnafiiamuAnadly
Lhage9r09guundnITnaany tnsatsuaIuuuud | MC auiy PVA aglnusuiuues
arsveulaoenleafiunniasuauuuud Il GF deainnisaansd Wesnlassasswosas

NETUE 2 wuudanuuanaaiulag MC wag PVA wWuaiswediuesfigndaunsienidu (El-Sayed
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et al,, 2011; Hashmi et al,, 2020; lbrahim et al,, 2013) Y7 GF To9AUTENOUTBINU
nainvateia laun wediwesveinglaa 2 viinos1s oxdlaa (amylose) war axdlamafiu
(amylopectin) (Lemos et al., 2019; Stawski, 2008) LLG{Lﬁ'a‘mMaumaimymimmmamgﬁ
lelasauidurilnAnanisusnvosiuselndiauimandnsunsvanauaylandn fusuna
lelnsasusutnaigstu

FovhnswauisiiseTavednifauuiisesiuilelan to fuansuaiu wunufisen
nsuandoonvasansnalnunalelnsansueu m gumgiidn 200 ssrwaiiea dudvgiua
fssiaselansnluivdsunalnnisaanesivesansuarunislal fAsensaanedalagIn
wAnSumuanaseaniuanidu loun wansumunanisusulasenlen uazunaasueuveuenlen
u guvindigs uazknadinu o gaumgiid uardmiunmaveaeuasarunglaaniizinanas
asualaeanlsauaglelauiauiisna 1 ve 4 Lﬁmﬂﬁﬁ%mﬁﬁ%aﬁﬁ%mama%uga%mﬁﬁ
wAnsuduasuouseusnlenfinannluaidesidunnisdsuresnsususeuenleniigs
Tnawfestudssufasendinifaundlolan 5t (Upasen et al, 2022) dwfuansuauiuud |
Turaufiansuanuuuy | duluansoaninnuannsolaluuuiendu dennaeuaiiosnmues
FL59UHATEWNUL | uag wuu Il oaumadl 400 esmwaldea Wuszeznan 96 $lus wun
ﬁaLéﬂﬂﬁﬁ%ﬂﬁ%ugmwu | fanmanunsalunisissdfAsernisandniinuanas luvaeiisise
UFAsefTugULuL I fadesnimiina dussfiseiaaesgaidesusuazauudus sy
annsainanuudausuusandsannaasuiaiesnin egnslsiniy ilensiaaeulasasandn
voslanginfiauudisnsdu wundusafAsoitusuuuy | dvuiavesndnlngdu Tuued
ﬁaﬁaﬂﬁﬁ%mﬁeﬁugmwu I Tavgdniafivuiandnimidy dulvgrunaswausiavaglaauay
wodlhflausaneseainiunszuIunsIdndu awnsnaaredmieinUjisendueuninves
AsUBuTIAEN aumatluaunsaastunmainungnisaisuiaveslanginia dmsuuds
Pwilenaaiefnunszuaunsiinduduouniavesnsveusuialuynn aunsadestunis

AnUsINgNssivedanstiniialafngg
v
Jaldualuy

NATpaswauaunsadusmslunismageunisiseuisenmisvenlasenlenmmiy

v = =) o ' aaa g U a A ¥
%uwam’szaumamm‘UQﬂiaﬂamLLazmiaﬁwumul@
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