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ABSTRACT

in addition to its use for industrial feed, hydrogen has received a great deal of
attention in fuel cell applications with the goal of reducing negative impacts on the
environment. Steam reforming of methane using supported Ni catalysts is a major
process in hydrogen production. In this work, the steam reforming of methane using Ni
supported on KL zeolite catalysts was studied. The catalysts were prepared by the
incipient wetness impregnation method (IW!) and characterized using BET, XRD, TPR
and TPO techniques. The main purpose of this work was to study the effects of Ni
loading, ceria promoter and the H,O/CH, ratio over Ni supported on KL zeolites. A
comparison study between Ni/KL zeolite and Ni/a-alumina catalysts was also studied
for the effect of the H,O/CH, ratio. Among the catalysts examined, 7%Ni-3%Ce/KL
zeolite exhibited the best catalytic activity and stability. The addition cf a ceria
promoter enhanced Ni dispersion and reduced carbon deposition on the catalyst. At a
H,O/CH, ratio of 1, methane conversion of KL zeclite catalyst slightly decreased with
time on stream while at H,O/CH, ratios of 2 and 3, methane conversion remained
constant. KL zeolite catalyst was comparable to commercial catalysts in terms of

cataiytic activity and stability.
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2.1 Ufnsedinuwivasuiionalann (Steam Reforming of Methane)
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C H_+nH,0 ¢ nCO +[n+%JH2+heat (2.3)
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2.2 AL NIYIN LY ’msuﬂgnsmi DINNIAY oK (Steam Reforming

Catalyst)
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2.3 msiialanuwiissljasenlgdmiulinseninesuidiaalon (carbon

Formation on Steam Reforming Catalyst)
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2CO <> CO,+C (AH® = -172 kJ/mol) (2.4)
CO +H, <> C+HO (2.5)
CH, <> C+2H, (AH® = +75 kJ/mol) (2.6)
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2.4 nsnawasaljasenlsdmivljisesnasuiaaalan (Catalyst

Development for Steam Reforming)
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3.1 @1staduazalnsos (Materials)

3.1.1 @3ladl (Catalyst Preparation Materials)

Anfaluase tanozlamsa (Ni(NOs), 6H,0) 18IU31HM Fluka Co., Ltd.
FSuulwasa  anozlalata  (Ce(NO,)s'6H,0) 1IU3¥N  Aldrich
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Flalarivfiaia-uea (K-LTL zeolite, HSZ-500) waIL3¥N Tosoh iy

o '

laifien sznediu dandmwszninddnoulesenloduazezalifionaanlod

. o J ﬁlﬁ + ar 1 o
(SiO,/Al,05 ratio) I(NINU 6 WUNKNAUNIND 280 @1319LUATABNTY

3.1.2 Mo (Gases)

ﬁwcnﬁ’lm"lumimaa\ﬂ‘ﬁmaau‘%ﬁ'ﬂq@mﬂmmuﬁa"mu (UPITU) N6
(Thai Industrial Gas Public Co., Ltd.) laun
ﬁwﬁmuu’%qn‘f; 99.99%
ﬁw%ﬁuuu‘%qw% 99.98%
ﬁ1m1aT@5Lauu?qﬂ'§ 99.99%

ﬁwcn'[uTQSLauu’%qﬂ% 99.99%

3.2 n151@38NaL39U[ A58 (Catalyst Preparation Procedure)

nMatessudusiAseinfafidaesiuiiudlelarofiae-uealddoll 19
FEnseIonnuunseaanuulon w38 IWI (Incipient Wetness Impregnation Method)
T,@uﬁwﬁasaﬁu%‘[a‘laﬁ’nﬁ@Lﬂ-LLaa‘lﬂauﬁqmeﬁ 110 sveraaidoa 1Hwaan 12 72lu9
warsthensazaofiniia luase Lanfn:'l.m@\mazmud"smiﬁn&uwaulﬁtﬂ}”’\ﬁuuuﬁ')
sassudlalarisiiaia-uoa LLé’dﬁ'}'l,ﬂauﬁqmeﬁ 110 svmaaidos {waan 24 52l
Snﬂ'?o.LLa”ﬁaLm'l,umsmmﬂmaommﬂﬁqmugﬁ 700 aveaioa 1Hwaan 4 2l
dmsuaslifsmiinadueniudssaninmald  ssimsdussezanndiGon
Tuasa Lanfnﬂmm@aouuﬁasaﬁu*"ﬁ‘[alaﬁﬁﬁ@Lﬂ-u,aaﬁauﬁa:ﬂn‘lﬂauﬁqmﬂgﬁ 110
ssanaraidos Wwaa 24 5l uddeihWldlumsseaoiinfaluese wenals
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LAIA uﬁdefoﬁovlfﬁqmﬁgﬁﬁaotﬂunm 2 7l mmfu%eﬁﬂﬂauﬁqm%gﬁ 110 89¢N
wadosiiuna 24 1l LLa:Lm'I,umsmmmaemmﬂﬁqquﬁ 700 aVAWTRLTHE
duwoa 4 210 lasdmualidSnavasiindisluasazarsiinialuase ano:ls
wsadunourinnuiasas 3, 5. 7. 10 uas 15 lamiwin  dulSunowasddouly
ssazaodGuulwase wnoslamseiiviunaurnuiasas 1, 3, 6 uaz 7 lagtiawin

aauaaluaisen 3.1 -3.2

P v Y A a “ . jaaa
AN 3.1 LLamﬂ‘%mmiaﬂa:TﬂUumunmamnmauumnmgmm

Wt% Ni Wt% Ce Notation
3 - 3%Ni/KL
5 - 5%NirKL
7 - 7T%NiKL
10 - 10%Ni/KL
15 - 15%Ni/KL

@159 3.2 usavBunadasazlasihwinvasdidsuunaasa iz

Wt% Ni : Wt% Ce Notation )
7 1 7%Ni-1%Ce/KL
7 3 7%Ni-3%Ce/KL
7 5 7%Ni-5%Ce/KL
7 7 7%Ni-7%Ce/KL
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3.3 mInadauaAaNUGLaIa LTIl A3 (Catalyst Characterization)

a X da e . iaaa
3.3.1 mﬂmﬁ:ﬁwuﬂmmaommﬂnnszn (Surface Area Measurement)

msﬁ'wT'Jn'\nJﬁﬁ‘%mﬁm‘%uﬂﬁmmaauqmau%‘momUmw Tasia3os -
Autosorp-1 Tunsdiaszwiudian Pnasuazumnaadsgnanesduioiidn
My Tsimiuiifalagldwannsves Brunauer-Emmet-Teller equation (BET) #
meTumsﬁ']mtumnmsgWEU'Uaoﬁw‘lu‘[mmuuuumumwnmm?u laglvauion
mu‘lﬁqtytyﬂmmﬁa‘la'msﬂm‘l’]auuuﬁruﬁﬁaua:gwgwﬁts'\nJﬁﬁ‘%mﬁqmw{]ﬁ 250
prengados  waa 4 alae %oﬁuﬁﬁmmwao‘[uLaqa‘lu‘[mmuﬁmmﬁﬁu
16.2x10™° aTasaeluana a:gngwﬁu‘ﬁﬁﬁwaoﬁms’oﬂﬁﬁ%mﬁq@Lﬁamlao
Tulasaumanriiy -196 asensados T@]Ui}:ﬁqn'ﬁg‘m‘ffuﬁ')U‘luimwuvfwm 22
qﬂlunﬂsﬁﬂmmmﬁuﬁﬁwawT’m'oﬂﬁﬁ‘%m ua:mmﬂmﬁnwaogwguﬁﬂmm‘l@”:a'm
DATIRIUIININ PP,

3.3.2 M3 AT AT I0139UAATHN (X-Ray Diffraction: XRD)

mMyensilanaivasanssjisofadonlniussaasaifjisofiriu

nslfnuudadeieIasile X-ray Diffraction fivte Rigaku U RINT-2200

3.3.3  myinmemnnilunsididvadlanzeenladaisinaiia  Temperature

Programmed Reduction (TPR) .

nmsdnmamnnilunsifrdueslanzeen loduudniajisodoinaiia
Temperature Programmed Reduction (TFR) Iﬂul'ﬁ’tﬂ%aoﬁa Thermo Finigan TPDRO
1100 Foesrmmnaaassmelwaissfnsalutaarsadiiiimilnaresiolalasiau
wututasar 5 Wululasian Modannisinavasine 30 Daddasdawil wiaunadu
amnndan 40 1Ufe 900 asewalFua @"’mé’@mmstﬁuqmﬁ{}ﬁ 10 a9 UTRITOGAS
wiit nswBnadlalasunawissndinsiadasdauscuaasnasanuniin - TPR
pattern @811
3.34 msﬁnmqmngﬂumsaanf‘ﬁ'l,@‘xj‘mﬁ‘uauuuﬁvuﬁmaoﬁatiaﬂﬁﬁ‘%mﬁm

\natia Temperature Programmed Oxidation (TPO)

nmsansufisteendladvesnivenuuiuiaasal fAsonunisls
ITULAINUINARA Temperature programmed oxidation (TPO) “I‘Ni}:ﬁ’lﬁ’n‘ioﬂﬁﬁ?mﬁ
iumsldomud 30 Sadnfuanimmasasmelweiaslinsofuieend Aiinms
Inapasfveandiamdutuiosar 2 ludidoy Wwas 30 wifineuitazyninmdase

ﬂ;jﬁ‘%m'l.umsmmﬂmaaaanc‘ﬁmu’lmm:ﬁﬁmsm.ﬁuqm%gﬁﬁaué"smt.‘%a 12 898"
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wadsadawfi - mnuuanfueuieguuiuiizasdusanlfisenezgnaandladnaodiu -
€ Vl Vl (3 A I a il a [ v
arjuaulesanlad uszilfouliiiufiinulasriuliniuiae$ (Methanator) ufauaasns
< A ; a -« 0 aan o a o 1
ponundutSunaldnuIoaiuouuuiudivennsaljiden  uazvinisdsnadiunis

ﬂ‘%a‘[mam”’mﬁumn@haﬁumaoms‘uauﬁgmm'lﬂﬁﬁqmﬂgﬁma‘J

- ¢l ] @ aa a '
3.4 avasdauazalnsalfilzlunisdnsanaanisalunisisalfasevesdaise

17381 (Experimental Apparatus)

w3asliauazgunsaifldluns@nmanumnnlumiaindjidon vasduss
UhAssnlwanudduiianansoutalaidu 3 dau laun

3.4.1 J=UUNRUNT (Gas Mixing Section)

fafliiuasesds da Hne uazdiaoy %w:gnnsaatmmmﬂua:aaa
pan  uazecgnusalilddananuazdanmsinaidzanis E&’)u‘lf’]i):gﬂﬁﬂIﬂU syringe
pump 'lﬂgfm‘?aaa%‘m'latfw (Steam generator) tAau/apwinlwnansdulan uazlasiies
gnﬁLﬁuuww'lﬂwauﬁuﬁmuﬁﬁmﬁmLm:mue]11Emems'lwa‘[muﬂ?aomuqu 840

Sierra Instruments medel fiowihgianjnialdrdarnmsinase 120 Jafdassdourd

]
P=l

Ao NURDILALAMNAUYITILINA

qQ U

3.4.2 1@39917n5al (Catalytic Reactor) .

w3l jnralumnrendifinneaidudiugudnats 10 Tadwes gnihan
naluwainsallfiwuas wadnwlasofinudnasaliseas o lunmasasas
o o ‘ A s gl - a € v € & g v [
ihausajiiotanu 02 niuusnlwelaalfnsalummendainann  lasliag
sewinlomandiiaflasiunisgaidoduinjidonvmsyiimmenass uazliinedla
aatilariia K vmlweTasjnsoliReiagmunnlvanliion leoTenlfnsnle:
Iduanuiaunnianufnsailwifionarvaugunniiliash lasiesasaruquanni
fflaranuAawaalszinmt 2 adeniaidus

3.4.3 1a3038831AT1W (Analytical Instrument)

Mafesninmiedasfnsafezgnitansilaneiasfafalasunlansu
% Hewlett Packard 5890 series I Tageadiilthansiiiluriaunanaduing
carbosphere W19 80/100 mesk UsTaLiazAaaNEdIMIa 10 Wa X 1/8 fia i
SLﬁuuu‘iqﬂﬁr{aua: 99.99 (flufan uazfinalaasiltde TCD Detector Gaan12cfiley
Tumsitaewiiaadl
g unNAuaIFIU Injector : 110 IFANLTRLTU®
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oannAveIEIw Oven : 110 DI LTRLTHR
pannAvI8I% Detector: 175 B3 LTRLTHR

3.5 1MAaWIWNITNARDY (Experimental Procedure)

luminaassaziininasevanuisshvesdansalfiion  lesldBinuduse
Uaisenizina 0.2 03N warazvnsiddaasalfisoamelausssimalalasian
MudaTINT NG 30 Daddasdaufi ﬁqmvxqﬁ 700 asenaadur (Wuwos 1 $alag
sniudalalanauudndaliBidorlvaunudosannslva 40 faddasdewdi
a1 30 wiit lapBnamofilfiduesnsumesansinasu 120 Taddatdawdi
gniauszaIuguiawiINIImMeses e InIeuing suasnaas meiAn T uIzsY
eissmalasnlanmwiliish A sswsonasnsdsuuiases

3.5.1 antwarastunmiiniia (Effect of Nickel Loading)

A’ P ] a Py a a - ) aan
‘lumsmaaoua:ﬂnmanﬁwamaoﬁmmunmauummﬂgnmﬂuﬂ‘%mm
fowax 3, 5, 7, 10 uaz 15 lambwin  fgamniluntsvinjison 700 asruaaidua
dusaaImIznInlaiidatinuwyinny 3 lagaziFomnasuluesooaznis
a; v - a I a [ ' a [ % €A a J -‘: "
WasukUsy T8asn IR aNAAL U WHAIN N LazUSUIUNIANUNNNATY INKUIZUN
-~ [l _as, A =) - A‘ - -~ L]
mmﬂgmmnﬁﬁ?mmunmamm:au’lﬂﬁnmﬂ‘%mmmaoms_t.wuﬂs:awﬁmvma'lﬂ

3.5.2 anIWaraIUIUT AN I ENTNIW (Effect of Ceria Content)

luguiezfinwinarasSanaasiulssdninwunaussjisoiinda
Ha e “ & A ¢ A PN a a P v
Aftersassuinglolavivfiaa-uas lagSuussiiudssdnimwdiSousouas 1, 2, 5
waz 7 Iﬂm‘imﬁn%:gnLauao‘lU@T'Ju%%msm%ummuﬁmwsnLu'ﬁ"u PIMNBUNINTINARDY
fiaunndl 700 A LTaLlTuy  euaaIEIuIsnI latidaliinuyinny 3 lapes
Wisuifsvluwdedesasnniddsuutas  Savasmudanitialun@anmsd  wasUSum
a o €d o X & o & aaa P P a a ol
naaAMIAAedN NNURIza NN NTBnuasRud s Enimwimanzsuly

fnwBniwavasaaNFIuIznIlainsdatinuaaly

353 Bniwarasdandiussnislohesfing (Effect of Steam to Methane

Ratio)
@i nfiiBnaings weanRudssAnEawiminzaunh
msmaaaﬁqquﬁ 700 psenmadns Rednmsanduszninelatiidefinuringy
1. 2 uaz 3 lwHauFetasazmsdouutas Sovaznisdenifadundasimed Yo

P~ ar { ~ J = ) < a 1 o aa
waﬂnm%ﬁmmu LRZAITULRDLTIA ammsawaammﬂgmm
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354 WisuifinuenyaunsnlunsssuAns s senIeens A o inidani

arsadfuiudlalanoiiown-uea AuasasTudltluBawdiaosd (Comparison between

KL Zeolite Catalyst and Commercial Catalyst)

0 A’ =l @ ar A’ o ~ € < Py
lusmiazufoufisudsesiunliludomndrd fa waarr-azgiiun (Lee
1997) nudlelariziiein-uas fgoannill 700 aveLoaTud daTduIzniInvlatinds
TInuynnu1 war 3 lwdudisavacmaudouulay Jooasnitfaniiaunfans
a  a cd a X
LasSInmuaa N uniiedn
3.5.5 AMULENHIADN NI (Stability Test)

heinjimnfienuausolunsinjiiondngenn wvihns
maaoﬁqmﬂnﬁﬁ 700 aveuaalud (uan 48 1luy aaTauszningladidainu
Wnny 3 WatSoufisuanuisiysdennuiaurasnniUHNTeainan
3.6 N19AWwI (Calculations)
Savarnaasuutasraddinu Senasnmdamdalnlalasiaunazaisusuuau

o . . 2 o
aanlae uasUSuralalasiawiatn saursndmamldaugunisi 3.1-3.4 a5

CH, (in)— CH, (out)

X _ x100% (3.1)
CH,(in)
e X = Jagarmuufsuudasiinu (%)
CH, (in) = ‘wrnluavaslinuduan (mol)
CH, (out) = Fiwnluareslinuiitndaannd{issn (mol)
Yie = X" Sp ) 32)
P 1% o a &
Wo Y = Souazvadlolasiauiifiadu (%)
X = Yooazmaaoundasliinu (%)

Swo = Jawazmndanifaulalasiau (%)
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H
S, = 2 x100% (3.3)
H, + CO + CO,
Wa S, = Japazmsideniiadulalasiau (%)
o o a X
H, = Fwulusraslslasiauiiiiadu (mol)
o [y €ad A J
CO = wanluavasaniveuususanloafiiain (mol)
o A a &L
CO, = $wulusrasanrilesanlodiifiau (mol)
CO
Seo = x100% (3.4)
H, +CO+CO,
W Sco = Japazmndanidanduarivaunanaanlad (%)
. S X
H, = wulusvadlzlosiaufiiiadu (mol)
o & 6 o &
cC = ulvsvsserivaunavesnlodfmiialu (mol)

9 6 a X
Co, Pwnluavasarilesanloaniiedu (mol)
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unn 4

uan1maaaduazionsol
4.1 NMIATIVADUAMANBMEIRNITVDIANTIUJ D38 (Catalyst Characterizations)

‘lumui{ﬁ]:uammamimwaauqmﬁnum:mm:maqéﬁLi’dﬂﬁﬁ?mﬁmﬁa fif
Flalavafian-ueaiiudzasin Funefefildlumddodloun mslensifuiiaivas
a3U[ASEN (Surface Area Measurement) N13AATIRALATIETNVBIGUIIUGATN
(XRD) ndnmgaunniilunsiiiduaslanzeanlodiisinaiia Temperature -

Programmed Reduction (TPR)

411 mMyeNsnuidlvennsnifdon (Surface Area Measurement)

= Q‘A’ Aa « v a aa <
lunslenaidiuifn wasfBinesgwiuwsasduialfisen  ums
Jiansilasldnannsvas Brunauer-Emmet-Teller equation (BET) @atsslneniinife

Ad e a a ' o A v _ by o o “ = oA
NULIUIURILNBUANGIINY A Ja8as 3, 5, 7, 10 uge 15 I(ﬂﬂu']'ﬂun NI R IIRY I

-

ta'lavioiaia-uas a:gnfzmﬂ:ﬂ@uaﬁumsﬁwmmﬁnnmsgm«fmmumumwmmu'ﬁu

203MoIulaTan TIHENITAIOTISH & TOURA la aaan 7197 4.1

o & da o aaa Ao a o . [
A319N 4.1 WWHN')LLR:]ESJ’]GITEWEWUENG]')Lidﬂgﬂiﬂ’mmﬁwﬂmuﬂLﬂatlﬂﬂﬂ’]\mu

FasazuaafTunalinifauu v‘{uﬁawaaﬁdmﬂﬁrﬁm YINaTINTUVBINUG
dsasTudlalaviviiam-uaa | - (@13wesdaniv) UfRTEN (ccdianin)

0 322 0.25

3 228 0.18

5 217 0.17

7 214 0.13

10 178 ’ 0.14

.
15 166 0.14

o . s X da a € A aV A a
AT 41 wuRuiaesdle lavisien-uaan bidnsdulans
a Py d; o ' a . aan a a Add € = « a a A
finfreziifufitnunnnhansaiisoninfaniidlalarvoiae-ueailudrivasiy 49

o A a4 X a . qud da v . gmms
widatBnulansiinifaiRuanezdnah iRuifvedd s jisodes 9 aaas



LA a _ a g da P a o 9 v P
mikftasnnlansiinfaluunaguiuifavesdlelarisfias-uea JarlviAudian
A/ o 3 P “ e ' -~ . a aa
lagsruaany uanIniUTNalniiandnuEIsINadaluIaIInIRIaIA 1T AT
. - . o a d X . q
augasluasd 4.1 leswuiSualansfinfafiiuduasdnailiiBFanasswom
U 1

209019 N3emase issanaumeadiinifanszasag maluzwiuiiduninunsegu
1 1 9

290U NUHATEN

Intensity fcps)

2Theta [deg.]

a

U 44 wamrlemzdlanaivesdlelaviziiaw-uea ikmunmmnfigunniien 9

412 MPILANAATIETIV096233U7 381 (X-Ray Diffraction: XRD)

wanIMagauaMULEdnIdanuTaurasdlalarisiiaie-uaa lasnimin
Flolarvivfioin-uaaliinfigumniicng 9 ldun 750, 800, 850, 900 uaz 1000 8@
waldss uddienmilanaonaimamdonaila XRD ﬁauam’[ugﬂﬁ 4.1 WU
Tﬂiaaﬁ’ﬂomaaﬂa‘laﬁ‘nﬁ@Lﬂ-uaaﬁmun'ﬁmﬂwﬁwqmugﬁé’qu@i 750-850 236
p= - Y A o a € o AN M v P A o A € a
wadea  dlensPandaunudlalarisian-ueanldldin  wdliaidlalavioiiaie-

wasluunfigaunndll 900 avenTadus WuinugIradRn (Intensity) aaaviilaifiny
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n"'ummg\mauﬁn‘ﬂahﬁ’nﬁ@Lﬂ-uaamaj‘lﬁmun’mm wantiioindlalariofiown-uasli
Lm"?‘iqmugﬁ 1000 avergaldus wuiilasaeildnnmiiesed XRO wldowulas
Wagann nendebifijtuuvle 9 veslessaindlalarisfiae-uaanng dmiuds
mmma;ﬂ"lﬁiw"ﬂa"laﬁmﬁmm-uaammmwu@iammfau‘lﬁmnﬁq@whﬁ'u 850 3¢
CRIGHILS _
mamsAansilanairosansadfisoiinds  uudasasiudlalant
’nﬁ@Lﬂ-u,aaﬁﬁlﬁmmﬁﬂLﬁaﬁu@nmuﬁuuamﬁagﬂﬁ 4.2 ’s]’mElJW‘lJ’i’l"ﬁlﬁ’l 20 (viny
37.3 29AUa: 43.3 a3 dadunisnadiiniiaeanlod (Nio) Tuszwiu 111 was 200
GG (Matsumura Uas Nakamori 2004) ussfien 20 ¥y 63 asm uduniis
23R AT RERIHEIMAIINMIE (Oh URsAtAT 2003) wonNTieumiITes
ﬁmﬁaaan‘1mﬁa:ﬁmm§madﬂ'ntﬁu%ulﬁalﬁmmﬁnlﬁauuﬁdLiaﬂ;‘jﬁ?mw‘éw‘!u

a A~ a € a ! a a da X v

Luaai}’mlﬁmmuﬂmaaanvl‘nmwmumuﬂ%mmunmaﬂqu'uum d

- —
l
!
i|
t
|

10%Ni/KL

Intensity [cos]

7%NI/KL

< < <

¢ S%Ni%L

¢ 3%NIKL

— T T ——

il el ol

5 15 25 35 45 55 65 75
2Theta [deg.)

sUf 4.2 wamTensilanasuesnsaliidonfings vuaasesiudlalaviziiaie-
u

ld ~ a l-'i‘ 3 o« A Il l—'; - = <
weafiSuniinifiafiuanedranu admniamiguvndl 700 aseusadus w4

7913 (¢ fa Wapasiinifiasanlod)

WaesaUizen 7%NIKL zeolite audussiAnzANTMwaSY
FovTumiidnu uanhlfiiensidisnafie XRD thounuasalfizen 7%NiKL

zeolte  AliTmMs@umTRvlEEntaw wuhdnsuclanaiwesdunliiion
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& .:'vL et 9 A o o 9., - P P o v ol o
nnaefilafianuedoateiudsusesliuydil 4.3 d9ngun 4.3 azdunaldinlifiin
o A/ = d‘ ~ » a P-4
maa‘mmﬂﬁngmuuam%nmmuao"lﬂm%:ag'luzﬂaamgm (Amorphous-like) %3a
HANTUIALAN (Micro-crystalline state) uua 13Uz lasiilanziinida (Ni) Tusiaas
U
Py a [ 3 . A e e A = fa a
fintfasanled (NiO) fien 26 iy 37.3 uaz 43.3 aden Fadunaurannisifinialu
@ & a a . A a oA oa P ° v
wsaamodnaeiuinfseanlod uazainjiwuiinadSefiRuanniudingriali
A o a & = A v« A A ° A a @ .
anugsvesfininiiasenlodaeas dumsdliiduihdGoililansfimianszasdld

ad
YN

— - —

*
m MNV 4 7%Ni-7%Ce/KL
W NN At e A A

¢ 7%Ni-5%Ce/KL

'y
4 7%Ni-3%Ce/KL

Intensity [cps)

v ¢ J%Ni-1%Ce/KL

¢ JuNiKL

—T T —

5 15 25 35 45 55 65 75
2Tneta [deg ]

sUf 4.3 mamyllensilanainuesnninlfi;m 7%NiKL zeolite ATiMTGNEITALY
aoaAa P P ‘ o A ' PY a P &
Ui dnBmwdGoiulTnaiuandnuy Gruninnfisunnd 700 ssmioaidos 1

a7 4 T lud (¢ A8 Wavesiinifiaaan o)

panhmmaseuaNnuaansnlumusal iAo dmuiwe sufisdas
lavhwesdasalfisoiinfaiifidasesiuiinglelaviviiown-uas TP RTRIEN
UAATEN 7%NIKL zeolite famusansalunsisaljisondiga Fanuesfise
7%Ni/KL zeolite ‘iagnmmﬁnm‘[moa{wwaoé")Liaﬂﬁﬁ‘%mﬁmunﬁﬁﬁﬂaﬁ’%mmua":)
5 211y 93Ut 4.4 azusaslasasiioesiainlfism 7%NiKL zeolite Arumaen

wasfiumsilidonunuan laonwudnlasesivesdnssuise 7%NiKL  zeolite

wasmnmanlfaseneslifiinvasiinifisaanlodlng wdwuheeliinfia20 windy
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445 woz 518 aaen Fofludumisvaslansfinfaluszuiy 111 uar 200 ey -
uamdﬂamﬁmﬁamamngn’%@v‘ﬂﬁaugim"lws:wi'mﬁﬁ’lﬂﬁf‘i‘%m (Matsumura U8
Nakamori 2004, Zhang Uasa s 2003 Was Roh uasatis 2003) 'Eio'lﬂm"nfunamn XRD
fasansanrwevemdninfisfidum st fisounudlaindy 28 wiluwas 49

faduiuawenlngnidiaifisununlasonulas Roh uazams luile.a.2003

Used 7%Ni/KL

4

Intensity [cps)

L

2Theta [deg.]

sUN 44 mamyienedlanaiednisiton 7%NIKL zeolite TinuNIYN

Uifienanud 5 milas uarfidunisinfigaunndl 700 asensaidoa waa 4 4alus

(¢ fo Wavasiiniiaaanlod usz @ e iWgvaslancziiniia)

mngﬂﬁ 4.5 uraalana InaIniUfATuN 7%NIKL zeolite A5n13
WaudiGe AiumsinUfiiouds 5 dlue laswuiuw ivenugevesfinlan:
fntfseraasuazgsrasineznhanndudetinadGodstn - Sewnineuple
1'161”1Li’qﬂﬁﬁ‘%mﬁﬁmﬂau%ﬁ'umn%m:ﬁmim:muﬁdmaqTaﬂ:ﬁnLﬁauﬂnniﬂ A3

UfAsonadmadndEslwdinuives 9
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Intensity [cps)

- v — Y L v

5 15 25 is 45 55 65 75

2Thetwa {deyp.l

U 4.5 wanITieNslanaiNweId il fiTen 7%NIKL zeolite AfMa@ua LRy
UssininwddoludSnnfuandronu Serumsiilfisersnuds 5 o3lus (o e

wasaslarzitniia)

413 nsanmamnnilunmiaitvadlanzeanloadimnaiia Temperature

Programmed Reduction (TPR)
w8 TPR 28901391 N3 eniinifafiiarsessuiiudlelarivfiain-uea

S mfinfafiuaneneis fo Japaz 0, 3, 5, 7, 10 waz 15 laphwin mmﬁagﬂﬁ 4.6
nngUnuiiawclalsioioa-ueaivnngdnle 9 @aa@ﬁaaqmugﬁ?ﬁﬁm‘fu Colht
dusafisorfinfisuudasesivdlelaniviiaa-uaa ﬁ]:ﬂﬁngﬁngmni’nﬁqmﬂgﬁ
Uszanos 300-620 asmeraidua wandetiinmusslansinfafindunsiruas TPR o
Unngemsiantufigefigaiiguvlimiiy 450 uaz 620 asmmaldva audidy ua:
JINTIVIUVBI Dong UR=AMME (2001 Wz 2002) naiarsusznaviinifssanlod
u‘%qw’ﬁfﬁlzﬂﬁngﬁn%ﬁniuﬁgaﬁqmﬁqmmnﬁﬂs:mm 420 paenaEoe FeRuilanam
TumsuaasiFmmmalalenanildlumsiddinfseentad  Tdulanzinda

P a a o & ° v A9 o A o= X a &
TasgmsilansfiniAad T ounnds v iR laniwiaimiudn LazannITie ey



26

wmwﬁqmﬂgﬁ 450 BIANTITOE Lﬂuna"waoﬁmﬁaaan'l.‘nﬁ?iﬁtmETumﬁ‘%mﬁueT'J
3895UULLEEYU 9 T3 Dong uazams (2002) lefiuniinmsIanduvasiinidssanlodu
Fufufismandniuderiinuiinfaildsuudisniisodontu - dniudas
UpRsnAdinadndates 9 ssdmsliussduasiSmswindasesiuuaclan:
udousanniu ua:ﬁqmﬂgmums‘%ﬁrﬁtmﬁu 620 BIFUTALTUX A:UNIUIINGVBI
ngu NiO, Flvifaussduasiznnfufoussduesesi (Roh uazame 2003) ua:
snwauznTmluduzes Nio, asiwsalafiniAavudisau fasuniviinaunnnides

8z 10 lagvinnin

15%Ni/KL zeolite
N

/O%Ni/KL z\ lite

7%NI/KL zeoli

TCD Signal (au

5%NIi/KL zeoli

3%NI/K]L zeolit
KL zeolitc

140 200 300 400 500 600 700 800 9

Temgerature (C)

U7 46  TPR profiles 2auiaufjisiniiniiavudisasivdlelarvislian-ues il

P3N URANARNLANGIINY a8 $auAs 0, 3, 5, 7, 10 Uaz 15 la@ptinin.-

§mius TPR 18902150500 7%NIKL zeolite MfinTsi@iuansiiy
ssAnSnwdGudoBinafiuandion de fauas 1, 3, 5 uax 7 lassimin (E LR
i 4.7 WU UTWGATIN 7%NIKL zeolite a:ﬁmﬁﬁnfuﬁgeﬁqﬂﬁqmﬂgﬁ 450 896N
CRIGHE LﬁaammﬁnLﬁaaan'l‘nﬁgn‘s'aafﬁmnﬁqﬂ dIUFNINIGATON 7%NIKL zeolite 7
fmadumsiRulininmwdsednmnuiwandny ssurasnaiiufinguniini
uazgunndlunsiaadgoninausialjis;n 7%NIKL  zeolite Aligmadusaiy
Ur=AnEnwdSe  wazdriwasesmsidumsiAndssinimwdSoasi biGuwunsls
ﬁw'laimmuﬁqmwgﬁﬂs:mm 200-300 avwiwaidus lasfianunivasfindangn

= A e & a P
WunsBiidwidininsnsunesaeumeinie (Montaya  uszAmz  2000) 39



27

mmma;ﬂiﬁiwﬁmsnszmummmaoamfmﬂﬁn'ﬁomﬁmﬁaoﬁnmsm:muﬁamaaﬁmﬁa
sanladiun ganaliifaussduasisonsninsfiinfseanloduasdrvasiufindouse
wanmnagmuidaBnaudGoiein axvhbinmiianindldmernanniu
na"nﬁaqmnqﬁ‘lumﬁ'ﬁ'rﬁﬁqaﬁqﬂa:ﬁmtﬁuﬁu WatsinadGoRedn dadunarnly
pueaumainguasiinifinsanlodiusduasidndadsesiuuuden 9  uazan
FUIFATIN T%NIKL zeolite ATMTGENTIRNLIANE WG FoTooar 3 Tasimin
LHIUNAAURNIAN ﬁqmvxgﬁﬂs:mm 200 2IMLDALTUR tLa:ﬁnﬁTwmﬁqﬂﬁqquﬁ
500 avmwmad@os  AemansaetungldiimadsasRudssan i m@Guesyinly
a‘mﬂqﬁ'lumﬁad‘ftﬁu'ﬁvmﬂu 880 99T THR (Dong UazAmY 2002) wanaNia3ed
ImMInTzngadd  nanfeifiunmdGoiey 9 a:ﬁﬂﬁn.ﬁmmﬁﬁd‘ﬁﬁqquﬁﬁe’imh

FEundanvundungunou nandaliffinudGuunn q (Loong uas Ozawa 2000)

3
L
©
c
(o)}
&
[a]
(&)
l_
100 200 300 400 500 600 700 600 300
Temperature (C)
sun 4.7 TPR profiles 1890439U{A3eN 7%NIKL zeolite NIMILENEITIRY
u

a A =t « A . as < (.3 T :’ a
UTZNYIﬁﬂ']WTL%UG]’)Ulﬁ&J']MYILL@T‘.G]’NH% a8 088 0, 1, 3, 5 LA 7 AUUWIRUN



28

4.2 ms@nsSanalavsitniiia (Effect of Nickel Loading)
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