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4.1 AnueENUAYRIALIIUNTEN

Fussufiseniinionl fiommazgnihudenesiauatBivianion Tiun fufifasime
YungnguYeiusaufiselagldinies Gas Sorption Analyzer NOVA-1200 UAXUIAYBINANLAS
Tassahumanivesiausauiitel agldiadoudndisdanunsady (X-ray Diffraction, XRD) Tiwaz1den
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bEARNINIU

4.1.1 NamﬁmiﬂzﬁﬁuﬁﬁﬁﬂLWﬁzLLazﬂJmﬂgmwumé'\"aLiaﬂﬁﬁ‘%m
fudsufiseUssanlavenaunouesoonluduazinfavenludnigiSoueenladius
s043u fisnmanesarlnetminuesiiniiaeenled uaz@iZonoonledfiuan ety fuualiuiuo
neUosoanledesiinidosay 30 lnsthwiin TangeenleduaugnindoslagiBnsmnagnausu nxnoud
I¢egnoufigamndl 110 ssmeailoa waswnilgamgll 500 ssrmwaoa TNt insgiud
Admnzvesiusalfisenlagldia Jo9 Gas Sorption Analyzer NOVA-1200 HANNINARDIUARAIS

A9 4.1
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Woaseanlun dnifassnlastasdissusanleniwnnmneiy

a1sUszney (Sovarlaeimin) DA ode .
. ANNUNEIT N YUIAFNTULRAY
GREPLIEN . X
CuO NIO CeO, (M51UURT/NIN) (Wluums)
1 30 0 70 71.2 247.9
2 30 7 63 59.2 97.7
3 30 10 60 71.3 88.9
4 30 14 56 72.5 115.8
5 30 21 49 93.1 69.2
6 30 28 42 72.5 163.4
7 30 30 40 63.6 254.7
8 30 70 0 34.1 239.9

a a s da o o ' =~ a ¢
AN 4.1 LEARIHANISHATIZUNUNNITUNIZVD9E15A29819 tne@EnwUsuuaaUlas
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Yrnnveeiniiasenlonuazdiseusanlannanneiy azlaNuUNRIIMNIZEANANTY WaUSu1uYes

N a & A A | v ada o &
F5vueanlemiuasusenaulavzeonluanauiusuiuanad dsnalinuiRIa w9 lans oan lamnay
anad sl Ndndrulasinminszinesnedilaseanlen dnfasanlustazdissusanlamniusosas

30:21:49 fovay 30:28:42 wazfevay 30:30:40 lEAURRIT UM 93.1 MTIUUATHENTY 72.5 M19579

Y ' N

LIRS AONSU LAY 63.6 ANSIBUAT FONSY  ANUAIAU @ mnsSualsieg1eivse  naulumemaiiuasd

(% '
& adA aa o

aanlan YSsueanlen Sosaz 30:70 Inelifidniiasanlen TNUNRITUNIE 71.2 ANSIUUATHBNSTY T

1 Y 1

1NANINESHIFNDENNT 2 WALAISHBENT 7 dudNsiiegen 8 NiUSuuvedlanseanlasnaunay
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a A Sa [ A

Weseanlesuaziniasenles S0 vas 30:70 fufiiasunzanaunde 34.1 msawasdensy dady
Snsrdusesarlnsiminvesneuiledesnles dnifasenlesiasdisoneenlasiilriuissmyies

flan anmmuoansitfuimsunziosoaunduneslififGoueenlufaneyTaiil Futmostauss
UfAselindausauinnsiaarsvesmilivasin vsenanlaindizouesnlentievinlinillassasisveos

Tarenanaon lwalANULED 8T IUTERINNISIINWEY (Varma wazAe, 1991) UanaINUNan1sNAaed

s & 1

Faandliiuil AUSinatinfasenlydidnsd ufevay 21 uananisnumuseanmngilauinnd

[
a o a0 o

8ndBNY IR AN NMsnaaesldilvmvungnsundenis F93nasen 4.1

aiiuladn vuagnguedeiinnuduiusiuiui Radume asfmeginvwingnguededvunnd Nyl

[
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WunTuwzan lunessduaasimegradivinagnsuadelvg Nuniidmizazdes wagannis
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naaesfanudn Wedunawesiinfiasenladluaisuseneveenlennauiusunaniiniu dwansenuld
YAgNIURGEveteanluAlaviiuyy fell Ndd ulastwiinvesreuileseanlen dnifiaeenlys
wazdiSeuvenlyaludosar 30:21:49 uwazdosaz 30:28:42 fvwngNguREy 69.2 WIWIAT Uay

163.4 11lUIRs ANUE1IRU @ msuasieg1enusenaulumenalidaseanten dninassnlanlas

=

H3euoanlenlusevay 30:30:40 Tuwngnguadsvgiigafe 254.7 Wluwms MINKANITIATIER

'
Na o

HUMIT NNz veIiusUsen Welsinawesidnfasenledlulavzesnlennauiiusuaunniy duwa

e

Tvwngnguaievesasmegrafivunalvgdu dnavilviiiuiiidingvewenlenlan  snauanad
% = v oA Ao a 3 § a a I3 = s & v

g iulunsdlansiegn 5 Nilvsunavesnedileseenled dnifasenleduazditeueanlediduseuas

30:21:49 Fvwagnuededesign uwindullAfiuniidunizvedanzesnludnauunniian a1110e1a

Ananvuneynavedlansrateantenudasylln  YesEnsiieg1 lnefoinnsanAIuAiuNanIs

WATRMEATOUDNHIEANUNTATY Waga1nMsfinwiues  Vizcaino  wazay (2012)  NSER

lalasiaulaenisivlesuiisenueamslouilagldmissliseninfavuasawulavsoanlennay @9

WIENAEITNIANAZNBUTIN NUF LaiiiuySinadnifasgyilviiuniivesiaseufiseniudume

4.1.2 Na“ummi’iLﬂsﬂzﬁmmmwﬁmta:Iﬂiaa%'wmqLﬂﬂ%aaﬁqtiﬂﬂﬁﬁ‘%aﬂ

< = a 14 & a a 3 a A 3 Y [l

Wumsfnwwansenuveslsuia reuilaseanlan dnia eanlen wasdiseuaanton Tussa
Ufiisesiey wandnuarlaswaianiaunil lngiseufisengnieseunigisn1sanaznausia 31Nty
PlUTnszivuendnved reUlaseantes dsusanlan waziiniiasenles  AlewAIaa LONGLSERN
wisAdU (X-ray Diffraction, XRD) LaAMNANITIATIENVUIAVDIHANUAAIAITU T 4.1 — 4.3 Uazn1579¥
a.2
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2-Theta scale

5Ufl 4.1 3ULUU XRD vesiussufizeniduimnaneuiesennles dnifavenled wazdiZoueenls
Shsndaiie 8 dndon isuifufinanmsgiuveseeuesesnled (CUO) (n) CUO/CeO, (30:70) (v)
CuO/NiO/Ce0, (30:7:63)  (A) CuO/NiO/Ce0,(30:10:60)  (3) CuO/NiO/Ce0;, (30:14:56) ()
CuO/NiO/Ce0;, (30:21:49) (2) CuO/NIO/Ce0, (30:28:42) (1) CuO/NiO/Ce0, (30:30:40) () CuO/NIO
(30:70) (1) CuO 100%

N3V 4.1 uansHanTIRTERR s sUfATon ifusinaeeUeseenlud dnifasenled uay
Fi3uuoonled Samd 8 dndm lsunu X uanda 2-Theta wazunu Y uamsAAaduges
fryey1ad XRD (Intensity) ﬁeﬁnmﬂwamﬁﬂﬁgu 2-Theta AU 32.5, 35.4, 355, 38.7, 38.9, 46.3,
48.7, 51.3, 53.4, 58.3, 61.5, 658, 66.2, 68.1, 72.4, 75.0, 75.2 uay 80.1 Lﬂuﬂﬂmmgmﬁum
asuszneuasUasoanled Aidsuuutlassadiandnuuy Monoclinic fegufl 4.1 1. siaiifassufizen

19 8 9n91d1u InsiureUlaseanlariudndiuivindufe 30 Weasiwulaeinmiin nuinduriseen
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AnAnTuasaiuiuwdsiiaunsgiuvesredeseenlyd  (Cu0)  NisUnuulassasandniduwuy

Monoclinic ﬁﬂg‘dﬁ 410 - 9.

| | | |l
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U
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10 20 30 40 50 60 70 80

2-Theta scale

Ul 4.2 3ULUU XRD vesiussufizeiivinaneuiesesnlyd dnfasenl od uazdiSeusonlud
Sasnduia 8 dmdau Weudufienesgiuvesiinfasenles (NO)  (n) CuO/CeO, (30:70) (1)
CuO/NiO/Ce0, (30:7:63)  (A) CuO/NiO/Ce0,(30:10:60) (1) CuO/NiO/Ce0;, (30:14:56) ()
CuO/NiO/Ce0;, (30:21:49) (a) CuO/NiO/Ce0, (30:28:42) (1) CuO/NiO/Ce0, (30:30:40) (%) CuO/NIiO
(30:70) (1) NiO 100%

NNJUT 4.2 wanmanTIAT RS sUFASTiUSInaeeUeseenled dnifiasenleduas
Fi3uuoonled Snmdia 8 dndm nsunu X uansu 2-Theta Wazunu Y uamseAduduges
doygy1ad XRD (Intensity) ﬁsﬁ’%mmaamﬂﬂﬁw 2-Theta WU 37.2, 43.2, 62.9, 75.4, 79.3 Lag 95.0
HufinunnsguvesansUszneuiiniiasenled Aflsluuulasaiwdnuuy Cubic dagudl 4.2 . el

ALseufizenvia 8 dnsdiu Insinlinifasenlenludadiuiiuananesiu nuddiwidseaafiniindu
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passiusumdsiiaunsguvesiinfiaeenled (NiO) 7flguuuulassasawdniluiuy Cubic figui 4.2
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2-Theta scale

Ul 4.3 JULUU XRD  vesdiseiGenfiiiuTinunetieseenled dnifaeenluduazdl Senoonled
Sasndaiis 8 dndu Weudufiesnasgiuresdiseueenles (Ce0) (n) CUO/CeO, (30:70) (1)
CuO/NiO/Ce0, (30:7:63)  (A) CuO/NiO/Ce0,(30:10:60)  (3) CuO/NiO/Ce0;, (30:14:56) ()
CuO/NiO/Ce0;, (30:21:49) (2) CuO/NIO/Ce0, (30:28:42) (1) CuO/NiO/Ce0, (30:30:40) () CuO/NIO
(30:70) (1) CeO, 100%

N3UN 4.3 wanman1Tinsendusiiseiivsinunedieseenled dniaeenlen wax
FSeueenlys dnsdwns 8 dndiu lasuwnu X uansy 2-Theta WAZUNU Y UaAIAIAINTNYRY
deyeyau XRD (Intensity) Nsuvivsganiiniiyy 2-Theta Winfiu 28.5, 33.0, 47.4, 56.3, 59.0, 69.4, 76.7

wae 79.0 uiinunsguresansusenaudiseneanled Niguwuulassadmdnuuy Cubic fgun 4.3

[ 7
v Ao

1. MUFLIUYATEMI 8 §n51du dmsiiudiseusanlantudnadiuiuanedeiu nudswrteaniiai
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\Aedunsafiudumisiiainsgiuvesiteteanled (CeO,) Mlgluuulassasamdnluwuy Cubic uay

P < Yo A a o ¢ a X o =
Wﬂﬂ%L‘W‘lﬂfﬂsﬁﬂLN@U?NWWT@Q"UL?SN@@ﬂI“U@IL‘W@JGU‘U ﬂ\'ig‘lhfl 4.3 n-%.

nswisENdLsUAseseIsnsanaenausiu atldaeuileseanlen (CuO) dsUwuulaseaing
WUU Monoclinic Benssiunuideves Porta uavaaiz (1988) dnifaeenlys (NIO) Hsuuuulasaaing
Juluu Cubic  #seiuawddeves Srinivas  wazmmz (2003)  uazdiseusenles (CeO,) fzUuuy
Tassasnafuuuy Cubic assfiunuddeves Wenjuan wagay (2004)  2INNNTIATISAVUIANGNLAY
Tassafmaaiivesiniaufisen awiuldd Yiname dangeenlediuandsiulunsa sdadu Ll
daansgnusielassairawdnvesrauivaseanled (CuO) dniasenlus (NIO) uardiseueenlyn (CeO,)
wignsaduvesUTinalaveeonlundimanovunveInEn

13U 4.1 - 4.3 wandlidiuinamesdndiuvesdinfaoenlediiiutuiasdiGousenld

anas AU wAUYRIiAAEN Iy Feazuladn Usunaveslinifasenleduavdisuueenleniivady

] a

FLsaURAzeN nanevuievesmdnvesinssiisen Inefia1sanainaunisues Scherrer Ao dgpg=

bcoss Faldlunsmunuuiavewdn dfuusddaiifinadevuiandnie fanuniediesmitwes
ANNGAdI (By) devuneanuniiesfiruavanrdmalirianuniieildasmiwesay
guandyaaudiAtesadluse LazAvaRanRasaEiiaLRLTY § wwinnsrinuiiAauneesiin
wavasnnUSinadiniaeenleduazunadSeueenlusiudeuly Welunasnsdmveding  a
senlafiivtuUSinausnsduediSouanas dwalivuananvedanzesnlesurazsn fvuelng iy
WA IA5197 4.2

M990 4.2 YuenEnvasIssUAsenivsInunelUeseanleddetiniiaenleanidiseueanlys

Wusngeesu Nonsdusavazlasinminnanaiaiu

L IAvDIHENRGY
ndIUTPYaYYDIENTUITNOU
wlung)
CuO:NiO:Ce0,
Cuo NiO CeO,
30:0:70 19.8 - 9.2
30:7:63 17.2 - 9.1
30:10:60 219 - 7.5
30:14:56 17.3 11.8 8.3
30:21:49 16.0 - 7.6
30:28:42 15.1 7.4 8.1
30:30:40 16.6 13.5 8.2
30:70:0 17.1 15.7 -
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M7 4.2 wutuerdnvesiidousenluaiisnsdndosarlneimtinvesneuiuaseanlys
F3vuoanlonsevas 30:70 fe 9.2 uluwes WeanUSunavesdiSouoanlenas iuusinavedinia
sonlud IneUSunamesmetilodoanladas  fu snsdn Tnethuinues reuiedeenles dniia
panlan LavdiSoupanlan Seuay 30:7:63  vuinvewmanaeUwWeseanlamily 17.2 uluuns way
F3vuoanles 9.1 uluwng fiensiarudosas 30:10:60 vusvewanaatileseenlendy 21.9 iy
e wazdiSeuoonled 7.5 uiluwns fonsdnsesas 30:14:56 vwnvemanaeUilosoanlemiy
173 wilwwns dnfeeenlss 11.8 uiluwns uasdSeueenles 83  wiluwns fisnsdiudoas
30:21:49 gwnvasdnaoueseonlemdu 160  wiluwes d3suoenlesn 7.6 uiluwng e
Snsrdusesarlneiminvesreuiledeanlas dnifasenles wavdidousonles Wudesay 30:28:42
Sovay 30:30:40 Jvunnanvesneuilosoanlgmviniu 15.1 unluluins way 16.6 WIlUUAST YUIAKEN
yesiinfasenlediiuiunulsnainifesenlesfifuadiuie 7.4 wiluwns wag 13.5 uiluwns was
unEnvesBsueonledifiutumuddused 8.1 uiluwes uwes 8.2 uiluns isnsdudeay
Tnethminvesreuiledoenlasuasinifasenlefilu  30:70 viliuiandnvesnouileseanlesiiy
17.1 wluwas wazvuandnvesdniasentondu 15.7 wilwuns anmsanwmuInUsunavedany
ponleanaunaUlUnsoonles dnifasenlunlazdiSouoonlen SNANTENUABIUIAKNAN LWATNUINVUIN
nAnfiauduTuS R URuTRS e Suandilunsieit 6.1 ssdtuindlondnivuindnard saliiaise
Ufiseniiuiiidunzgatutu 1wy Asnndulosariastiminuesaeuiledeanted niiaeenled
wasdSonsenld Yovaz 30:21:49 funenaniidnlus uiusasiaiurioun wasnuiditudis e
fanee

wenanimuiauaranves relieseenles (Cu0) fvwiandnlvginiuuandnves dniia
panlaa (NO) FiSuupenlan (CeO,) Lazvuinnanvosiniiasenles (NiO) luainivuiananvesdiseu
panlYn(Ce0,) 1aua PMNNIFNIUIAEUSE AV LeRRIR SiNasioALanInsalunisazane Ae win
anspanuiAdUssavaueniinunn muaansolunsazareazties Mlruunananvesmeneulna/iu
FruainvuananvemEneY 1513sEnsaRansananylivifuresuaREnanAdulseavisueni
Salg (31nan, 2533) wagannsAnwruananfildanninadenlagldl eisuasustunauELdy
0.05 lwasdedns Wuasenzneu wuitluyndndunmuidudunetioseenladiivuiandniadsing
niwuarEnvesditsusenlesidue (ven, 2552) fwnaUe? () lessy fimduussavsueniin 0.48
dniia (1) loseu fidudssaviauen #n 0.46 uazdiSen (I lesau flrduUssaviuondin 0.24
FriuFaaguldinnne UssBvs weafifvasratiled () leseu annilfiududuniladsiliuunensn
Tgjnivwendnvesiindia () leseu wazvuandnvesdiden (1) lesau uazAUssavsuoniinues
finviia (1) leeeu funndususuassiwilivunandnuesiinga (1) leeau Inaniuuandnvesdiey

() losau waue
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4.2 PMIINAFBUANEINITOIUNITLSIUGHATEN
4.2.1 $agazunIuURanaULIBsTUIINNISIIU Ise e sullLunueanelaun

aaa

nansznuvesdndiuvesfusifitolaveeenludinfouas @Gy Mlflunnsdousise
UfAzenmeueseenlad dnifaeenles NifFeueenlediiuisesiu JussouseiBnsmnagneu
1 Tnefidnduuinunouivefoonladniidosasy 30  Tnsvwiin vhmsunilgamgl 500 e
wadua wazvinnismageuaudadhvasiusuiise Ingldduseufiizen 120 Tadnsu wnueaioy
az 16 laeUSuas 1hfesay 3 lnevsinms wazfedidendosay 81  lneUsinms Sammsivaids
USinassuiesanilasintu 30 gnuiaiisuitnsseund Jadefidnuliua

- Usnawesdissueenlunuasiiniiaenlynlulaenay

desnnadvdGeueenledlulavzeonlesuauneuosinifaeenladnau ilruunves
wanlany najty fodulunsveassiasfnuvsinadSeueenles wazdnfasenles lulanseenlsd
mamiamaw’aﬂg’jﬁ%m’%’ﬂaﬁuﬁaLumuaaé’wlaﬁw (CH50OH + H,0 — CO, + 3H,) @u15aAILIUNIAN

FowaznsideninufisevesinsasusuteusnlyalansaunisselUl

CO| 4+ |CO,| + |CH
Methano]conversion(%)=[ ] [1;] [ 4]>(100%

HANTNARIRILAnSlUIUN 4.4
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60

—— CuO/Ni0/Ce02 (30:0:70)
—a— CuQ/Ni0/Ce02 (30:7:63)
50 —+— CuO/NiO/Ce02 (30:10:60)
—#— CuO/NiO/Ce02 (30:14:56)
—#— CuO/NiO/Ce02 (30:21:49)

& o

40 - —e— CUO/NIO/Ce02 (30:28:42)

—+— CuO/NiO/Ce02 (30:30:40)
CuO/NIO/Ce02 (30:70:0)

PYFALLUNUDAADULIDITU

4

180 200 220 240 260 280 300
gounil (eerialdea)

JUN 4.4 Sevazvesumueanaunestulunsseuiseniviesuiaunueameloun vesiaiseuizen

=

AaUlaseanladuaziniiasanleanidissusanlomiuiisessu Tudadunuanaiaiu

Ul 4.4 uanmansiseufizenvedanzesnlusnansznint aeUesuazdniad Tgi5oady
fsesuma 8 dndiu Wuderay 30:0:70 Tnethwiin, Sevag 30:7:63 Tnevwiin, Yesay 30:10:60 lng
whwitin, Souay 30:14:56 Tnenuihn, Sevas 30:21:49 Taevwiin, Seuay 30:28:42 Taetiuiln, Sovaz
30:30:40 Tneniniin wazfesay 30:70:0 Tawthwidn evumegeumuannsalunsisauiases
wosufisumueaieloth nuth fusefasen Aishmdmves nevieseenles dniaeenles way
Fi3vuoonlas Sovay 30:21:49 Taethniin nnsiFussufitenannsnsuiiseldmdususuni s
nanfedl fevar vesiyuea Asunesu iufera v 53.9 Moamgll 300 esmiwalea dnsudiss
UiAzen Msnsdnnes newedoonled dnifasenlesd uasdiGousenled fosay  30:14:56 1o
dwin  annsmiifesazvesiumuea reunestuldlududuans nan afedl ovazvesumueanou
nestulfidudesas 38.4 fignmgll 300 esmwaldea dmdufisaUfizen ildandueneuies
oonles Anifasenled uazdiousenled Sovar 30:28:42 Tnenmdn MnnTEfesavreaumiuea
AounDsTu luSufUaL nanfedl Sevazveasmuea Aounestu ldidusesay 37.3 flgamgil 300
psmwalsa  wardwiumisaiiten Mlsasdmuesaedeteenlad dnifasenled uagdizoy

panbos Sasay 30:7:63 legunin, Sawar 30:30:40 lewuwmidn, Sesay 30:70:0 lewuwmin, Seuay
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30:10:60 Tnetindn wazdewaz 30:0:70 lnstniin lrA1sesazvesuniusarsunastulausesas

o w

31.9, Seway 30.5, Seuay 26.1, Souaz 26.0 wazievar 11.4 gauail 300 s @alled MUa1AU

e NS maderay YaUNIUea ABUNDTTL YaeiLTeUfsen nda ludigumalindny)

1Y &

nunATerazUeaRsuIRsTuliA1denIforar 54.0 aweiiA1SoaziunIuoaARUIDTTULIAY

v [ [y 1 1 Y A =2 [ a aaa Ao 2
Uy LUULWT]%@G]T]?{’]WU@QLNVI’]U@@G]@U’]EJ?]’]@QQQ 5:1 L‘U‘Llﬂ’]iLﬂWU{]ﬂiEJ’]sLuﬁﬂ'n%‘VI%JU’ﬂu‘Uﬁﬂm

[

911 (Limiting Reagent) wilviuisenlalanunsaiinlaogauysal :NnguaiansamIuInetum)
usaRoueitugaedl Snsduvossmuearotiy 511 wullldAumiuoaneune$Tugean

Uszanadoay 500 wazannmsnaaesnuindassiiseniisandiusosariaetminueseuies
oonlus Tnifasenled uasdiGoueenled 1y 30:21:49 feudedhlunsissUfizenlefivgn uaziin

"y Iz & v PN a ~ d' ™ a Y
ANTDYRLLUNIUDAADULIDIVUFIEA AD I8 53.9 WQ@UMQ@J 300 9ANYALRed LalUSauLeunuan

Y 9

UNTUEAABULIBSTUEIAAINVAUIUAT AUVUeaRuNDIY ulinTululfiseddanas  uavae

¥ (%
= T A

WUINAINNILOAADUISTU AN 92TUagUNUNRIT N YUIAFHTY (19197 4.1) wazawInkEn
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CHsOH + H,O = CO, + 3H,  (AHu0s¢ = 49.0 kl/mol) (1)
2CH;0H + H,0 = 2CO + 5H, (AHyos¢ = 411.8 ki/mol) 2)
CH;OH = CO + 2H, (AH,05¢ = 91.0 kJ/mol) (3)
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