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# #5372302023 : MAJOR CHEMICAL TECHNOLOGY

KEYWORDS : SELECTIVE CO OXIDATION / 5%Cu-Ce-O CATALYST/ CO-PRECIPITATION
PANUMAS WANNASOM : SELECTIVE CO OXIDATION IN H,-RICH STREAM
OVER Cu-Ce COMPOSITE OXIDE CATALYST.
ADVISOR : ASSOC.PROF.NUTTAYA PONGSTABODEE, Ph.D.,
CO-ADVISOR : ASSOC.PROF.APANEE LUENGNARUEMITCHAI, Ph.D., 98 pp.

The aim of this research was to investigate the catalytic properties of Cu-Ce
composite oxide catalyst prepared by co-precipitation method for selective CO
oxidation in H,-rich stream. The effect of pH condition and temperature during co-
precipitating on catalytic performance were studied. The catalysts were characterized
by XRD BET TEM TPR and FT-IR techniques. The experimental results showed that the
5%Cu-Ce-0 catalysts prepared at pH 12 and at temperature of 80 °C expresses smaller
particle (7.6 nm) with higher surface areas (158.1 mz/g), well-dispersed CuO species
and highest activity with CO conversion of 99.5% at 150 °C. Complete CO conversion
with selectivity of 51 % at 150-170 °C and 57% at 150 °C were achieved when
promoting 5%Cu-Ce-0 catalysts by adding Mn and Co at Cu to Mn ratio of 5:1 and at
Cu to Co ratio of 5:1, respectively. When adding 10% H,O, 15%CO,, and 10% H,O-
15%CO0, in feed stream, the activities of 5%(5:1)Cu-Mn-Ce-O catalysts were then
decreased. The regenerated catalyst showed the catalytic activities as same as that of
the fresh catalyst. The stability of 5%(5:1)Cu-Mn-Ce-O catalysts was test for 1440

minutes at 150 °C.
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- Colorless and adotless

- Burns clean - no - Does not easily sponta-
products of carbon dioxide neously combust igni-
or sulfur oxide with com- tion point of hnnloEDﬂ
bustion

°C, com| with that of
hydrogen, which is 570°C)

> WHAT ARE
6 [ HYDROGEN'S
- Produces no flames CHARACTERIS- h-Thelighteatweight gas
when burned TICS?

» 14
- High combustion - Extremely low boiling
temperature (3000°C) temperature (-253°C)
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lalasanfueunianiuzuia 199189 WaTLaaNagas bakn Steam reforming, Partial

oxidation, Wag Autothermal reforming 1138 Oxidation steam reforming

annteansuanslfisannineadeslunszuaunissine andewmas 4 4iin
Teun ufasssngnf (CH,) wazuialllnsideuiman (Liquefied petroleum gas, LPG) @115l
AT UNRARsRE LN (stationary applications) i

a

anad balnsANsua AN (C H,) wasid
e e y 4 4 . o
NUBA (CH,OH) Laziaanadaaau) AwsunsldarlunisiAanudn (Mobile applications)
waz Coal gasification 4115UN13Usee e lE lugnaIUNIIuNITHARUAAAUATIZTLAZ A
lalaswanauinlugy Uffsendawlg (auniei 2.2-2.15 uaz 2.20-2.22) Andlusaaldsag
UPATeINHAMNANNIZUATANEAIMNIZAN TseNUNU AT NaNNTN 2.16-2.19

way 2.23 udfsailiiedssoun wiiniintuluaniazaest iz

- Steam reforming

CH,+H,0 = CO+3H, (2.2)
C,H, +mH,0 = mCO+(m+n/2)H, (2.3)
CH,OH+H,0 =CO,+3H, (2.4)
- Partial oxidation
CH,+0, =C0O+2H, (2.5)
C,H,+m/20, = mCO+n/2H, (2.6)
CH,0H+1/20, = CO, +2H, (2.7)
CH,0OH = CO+2H, (2.8)

- Autothermal reforming 178 Oxidative steam reforming

CH, +1/2H,0+1/20, = CO+5/2H, (2.9)

C,H,+m/2H,0+m/40, = mCO+(m/2+n/2)H, (2.10)



CH,OH +1/2H,0+1/40, = CO, +5/2H,

- Gasification of carbon (coal, coke)

C+H,0 = CO+H,
C+0, = CO,

C+1/20, = CO

C+CO, = 2CO
- Carbon formation
CH, =C+2H,
C.,H,=xC+C__ H, ,, +xH,
2C0O = C+CO,

CO+H, = C+H,0

- Water-gas shift

CO+H,0 = CO, +H,

CO, +H, = CO+H,O (reverse water —gas shift, RWGS)

- Selective CO oxidation

CO+0, = CO,

H, +0, = H,0

(2.11)

(2.12)

(2.13)

(2.14)

(2.15)

(2.16)

(2.17)

(2.18)

(2.19)

(2.20)

(2.21)

(2.22)

(2.23)
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ANFUaUNauen las (H,/CO) %@gjﬁu feedstock LATANINZABNINTEZUIUNNG LT FAdIU
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2.1.5 Ujnsenaandintunuuidandssuasmsuaunauaanlds (selective CO

oxidation)[s]
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100 AUlUR1UAIU AIANNITN 2.24
CO+050,—C0O, ;AH’=-283 kJ/mol (2.24)
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Gas cleaning
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separation separation HTS, LTS
1 | CO PrOx to PEMFC [ pe
| H+CO, <10 ppm CO | |
MEOH 70-580 "C
Fuel preparation Fuel processing Fuel cell Dc

MNN 2.2 NTTLAUNNTIBLNASTLTRNAILAE TRIUAT LAZT8UTs AUFLNITHER

I/L o o o dg, a 1 [5]
AlATAUAUTLILTARLTBLNAY NN

lalasiau Wi adaLAsnzl uzasnasiun (whadaipszilalangiautduduann
dg, a a '8 Ql j a o © o o‘dgl a a '8 173
TRLNASTNAFURY) BAZLNNILAA WIILTRNAINANANSULTAR LT ALNAY TN S HNa N9 1T
PSR 1 Y = 44 oA .
e miumagITowaguUu)Rgs 11 SOFC uar MCFC faidiainasiiiuaaquds
= A o Y P = 4 a o o 4 a
YRURUNA0 YFAuNA avsiaslingilasunn delalasiandiuTda i naad N uiuLaa s eI A
gOIUNNAN W PEMFC uay PAFC lTuanisiufiasssnanmvisameinaslalnsanfuenaus) ax
Iluszuy PAFC wavanafinnazfainunszusunislnadfjizedniaasin (water-gas
. 1 a & - A o
shift) LFIARLIBNAY PAFC 18190 uansuaunauanlas 1-2% wasilatinunld iy PEMFC
o e ¥

wiananAmurianUizendniiaecin fassesiinszuaunissaelliieanansueusawanlasd

Tuaatiaandi 10 gauludiudou
2.1.7 UANNITNNUUTDITIAR LT ALNA

wadmanaslsznaudas 4210 (electrode) 2 datssnuindugnsaianing
lasl nenannszua i laenisurunialalnsauid1y 4981 (walue) LazuIuwia
aandiaudlln davan(uaineg) lalasauazindjisanduanssedfizeTanzsuuda il

waziianuanFay Tlsmau(H) wazdidnnrauaanuaiannsauiinnauazsin 1y



12

v
o

wauudmiugLnnisnge doulismeuazindaunitiuansgidannslaflin dauntne ive

©

sondaiueendianuazdidnnseunaneiiuluianaiii(H,0) eanunluaas @aIwaILTHe

= v o A @ dl ?:/ dl dl 1 a G a‘d‘ ¥ a
2ANTLAUATIINAINLALENATRUN TauainaLaziadauit un9dan nslasmldanndiau
laaaudlusanaani (charge carrier) luaianinslasfu1saiinenaldlansen s laaai (OH)
dusaiafaeunsle

2.1.8 MUAUDINTARLTALNAL

1) wadmemAIRLLUNIANaaNasn (Phosphoric Acid) Mnsanaanasnitli

a

asaianinslad Hdeh A nuanTeuuasAil LA IR AN uAgINYH 150-

al
%

200 aATALELd Wanainifag1uin I ETUmangs e nanaa i u AN TUITAINAY L6

nganau ot1elafinnn aududesldlany

e

asnndnnnsduluindueenliivasaestay

!
o A

unafitiunNAgaiuanndal e uazdvaaddalawn luny duinann Hdss@ngnm

nnsNARNTzLa A A e Rs Ui ATUAARLAZAN LT UA e S AN NUNIUFAANITHANFAL

q

v
2189n7A 175

2) LIASLIRLNAIRLLLNHLLTULANLUAeulUsnau (Proton  Exchange

9 1
& |

Membrane - PEM) Wlumadiainasn arannsladidumniusulunisuanidasuleasn #
v v ~

fusatinllsnauns 1aawani i luEas i manasTiatAall A9in1IiANTautat Lazian

o—

= o Ho ~ PR o a @ - @ @ = P o = \
ﬂ@Lﬁ@@‘ﬁu@uV]’N’]uV]@MWQNWWLL@?J&L‘ﬁ@']?‘ﬂL@ﬂIV]?VL@mL‘]_luﬂ.lﬂﬂLL%Q@QVLNNﬂQJW’]ﬂ’]??QGﬁN LbB

IS4 a A ¥ ¥ A a A = ! ?:/ a o 1 =
HUdLAag ﬂ‘ﬂfﬂ‘ﬂﬂi‘ﬁL‘H‘ﬂLW@QVINﬂQ’]NU?@‘VIﬁQ\‘]L‘Vl’]uu LazTanzUNAN TN LA LWL TUE

¥
-

3) waRmawmALLLean kAaadude (Solid Oxide) Laasainiildaianing

=

o @ o a ~ - [y Y oA A
1@5]7]Lﬂu°1|@@LLmQV]’]Q’]ﬂ@’]?ﬂigﬂﬂuLsﬁﬁ"]llﬂL‘ﬁuLsﬁ@'ﬂﬁLuﬂN@@ﬂVLsﬁﬁLﬂumu HUAA ARLUAIAN

a‘dgll a o d‘ a =S 1o | % U a o [~ o ]
L"Tj@@L"Ij‘ﬂL‘W@ﬂ‘V]’N’]uVI@ﬂ’]’)g‘QMVﬂN?N\?N’m"Q\‘]LLN@’]Lﬂulﬁ]‘ﬂ\‘liﬁjiﬂﬂzLLW@V}uNLﬂumeLﬁ‘\‘]

a a

aa

Uisen wananniidsanunsnldidemasliuanuaiaaiin mezaadiaemnasaiainuniy
slan1sueuNauan lia laaLs Ndedes AafeudaiiarlunisguiAsesuiuuazaniusiag

¥ o d‘ [ ¥ = 1
afntianuatlasnuANFaunudaanun

4) AR AILUUSan1 el (Alkaline) alannslasluaasiaanasniina

HAudNduLe 85%wt KOH luigadiiainaainanungnmgige (250°C) 9iaAy



13

% a A o

g 35-50%wt KOH #uduinnsvinanunaamnien (<120°C) deidame aniuseslduia

a
lalngiauuaraanTLaunlaNLFgNE 49NN TIHIAUNHINLAZAUNUNITNARTDUTAS

o

dgj a a dg/d o 4 ¥ e‘dgj a a dQJO 1 14
T ANaITRATNN I ALY 101N FIRALTRLNANTUAUAINADEL AU LA RN A

Wi

5) WARANANLLLLINABANTUAILANAAN (Molten Carbonate) TLGAR T2

& o Mo a = - = = - = ~ - =
wastiaildansfisanafueiun wive lanenaIsuaiun v3e Tnunaliaspffuaie 7
waarimaniiuanstidninglasannsnilszandldimanaslalanaudmiunannszualni

[y P | o o a o Y o oo [y i Ny A A A
vLﬂﬁ@’]ﬂ‘ﬁuﬂ L‘ﬁuLLﬂ@i‘ﬂI@?mu WNATTTNTNG LLﬂ@I‘W?LWH UNNUALTN LﬂumuLLm HuaLaeiAa N

a =

annzgm)igeazinisiansauaeudisnnasldmanziunisldanuauimgn

a a

6) WARTANAIULLTlaUAN NN UealAEMsY (Direct Methanol) Lilwaas

¥
a a A

AN NWRARITURNANWULNLTURAN LU AeuTLIATa LTS TN ASTRANANNNTONAR

a

|
! (2

nzzualfdranniuniuaalelnglifaaniuansdnszuuInasuiNes TaLANFANANITAS

¥ 1

P

a o

dg’ a d‘ ¥ & A a o =
L‘I]‘ﬂLW@Q‘HH@@HVI@3‘1/]’1\1’1‘1,&([:@Elﬂqﬁ‘ﬂ‘ﬂuiﬂiﬁﬁ‘muﬁﬂﬁ‘tuu Tneaga At iALNIIUNaNI9Y
aol v ° =2 dl o % ! [ ma @ a
ATUNYNABDULINA “NL‘1/13~I’1$’&3~1‘1/]“’\3‘WD’%\Iu’W&WLﬂuLm@\‘IW@ﬂﬂ’]uiu‘ﬂqﬂﬂ?m‘ﬂ Wwnngetinduuy
| a c © @ o el A A ] Y o 6 o d‘ ¥ o
WA L1 ABNNLARSLALNAL TNIANYNeN® 1138 U1 I AUIneUAdULARDUAIINAIIN1

WAL RN LINIURAG9E

ré{’ a = %’ . rdgll a d‘
7) IAALTRINAIRLILSEULINYWAUEN (Regenerative) LU TARLTBLNGSN
) = 9'5 9‘6 % dl a & a [V~
Meussuunyunaut sz diazgnuandos i nuanainimaduaseniine oy
lalasiauuareandiauuialalnsiauuazuiasandiaunls azgnldidwdemalloussuy
B P g v ooy y ¥
AR IaAINaNARNIzLA Hneantn Teuanannszua iudadsls Avinfeu uay 1
a oy 5 dns ° v = R S = |
dundnuadondag i ldazgninluanfaanszualiingn Afsdeiuinasgnuyuwiauag)
Tuszuutlanaan Tenndaonanysalias Ui aanasuarennetguiasean uanig
faqiiugadizamaunuuidves luduniddsuasimuiinaasdnisumuasaniuauio

lanasinaaiiiag

rél’ a o/ = . . réll a o =
8) HAALIANAILULRINTA-ANIA (Zinc-Air) LIAALTALNAIAINZA-DINA
Hlanzdanzadludoualuadanwasn [ dpaunalalasiau vraanslsznaulalasasuans te

duane uainiAwazlFuaunIasd UL NUA 48N TLAUaaNNIAINAINIA LNatlauLtn

a o

A agll ¥ o = & & a o
seunasriaildansludadanlansenlafiiuansdianinslas gruugiinisinauaes

au



14

!
a a v o

1 1 = o‘d” dg/da/ a4 o aa
?zumg‘lwmmizmm 700 a9ANLEATd LTl maInavTHARNdanAe Taedens@n 149N

1%

daualun Hepaaasineuldlaeglidesldanssealfizen uasdiannsaldaomacls

a

wanan Ly fausiuialalasauignsauiainduimemas usiasniatiaiudesiinig

dl 1 o a |d| dl aaa = o 9/ o a = @ &
wWasuuiudangdlualizes ) Weasandjisemraainnllansdens@ilaswiugedean

1161 (ZnO)

ToymdrAnylunisinaasiaawadsunldaanisifiulalasiauiiiasann

o-

a 1

lalasuduinafiunsinAnumuuiuaazfedldgumgaingt -170 esrnimaidas A

a

] v
£ o ']c.‘j ¥ =

[~ wn v [~ P2 [ 3 1 = a o o M ya a 9
QSLﬂU1Q1®V’]ﬂLﬂU1’ﬂMﬂ\1 I NCHI ummmmmiua&l NIANUINUNNIN LLW1®3~Iﬂ”I?ﬁ®ﬁ‘H

=

walulatinsiulalnsaunizandn vieAnfuauunly (Carbon Nanotube) ABLALIAEADNUD

<

lalnsianludesinaesasnonaesafueunsessanuadne viedstannsaiulidssann

K o 1 's g o v o 9 v o o =
4-10%°1I‘ﬂ\1u’]‘12iuﬂLL@&V]@V’W’]?U@‘HMWI‘HMHL‘LI’]?LI”Iﬂ‘V]’]Mu’Wl ANENBIUT NAATUUNUTE

k1l

lalasiauagszninarnanarlinuiiinaunafuas AuFou
2.2 g fisen”

faidalfsenAeatsidnasllluljiseuds Mnlddjiseninaulfiaan
A o Y o a aaa QI 49{ dl o 1 aana a | a aaa
wrernlignaniainU ize ANy Inefidadel fiseneatidiusenlunisiiadisen
v A 1 & v 1 2% % % dl [ 2 I a [ 3 aaa Qg/ %
aviza LS wigatineudaazsiaadasundunieglunmiundaaindjisandugnudn
o % 1 ana o a -‘3{ a o = o %I/ % 1 ¥ dJ o dl dl
nsieuesiadslisendniiaaulanaRus e iuatsAssiuet N lasuileia Ten1si

aa

$eUATENaNsNERsNaRaUTseN 1A Wesandn faldalgzendaaan At

St

o o Ly

aaa 9/0‘ =KX o vl dld [ % 1 A 1 o o 1 o
and ummﬂgmﬂﬂumm "ﬂ\‘W]’]sLMNINL@Q@VINW@Q\‘]’]HQQﬂQ’]M?@LVI’m‘]_IW@\‘]\‘I’]uﬂ@ﬂN

.

o

6 O é/ anna aKR a [~ él 1 1 o £% [ aaa dl
wARUAUNINAW AT ARAufnGaIu usaz v Tindsueanljisenaeuulaglyl
4‘ ¥ k3 = c 6 o g a o
g9feelingunisnu uaznsnisnszaaenAzesuNndiaa-tuadiul lunisegunes

DNA 2.3



15

>
=

gp gp wr T T

B B Hadnnunanuuua

- = v

b= b= - e

= = (lif59)

IE - ! L 5 IE g ! B ad N
@ HadTUNBNHNUUA & Hadaunanui A

giialufifinsg

v

1 1
WA AU

(n) (1)

=i = % [9]
NNN 2.3 N NLLa ﬂﬂﬂ’]ﬁ‘Lﬂ?‘ﬂ‘].lLVIEl‘Llﬂ’]ﬁ‘LL@ﬂLL"Q\?W@N’WH?.I@Q@HJWW

o o

dl 1= ' asa dl = ! ana
n) Lmimummﬂgmm 1) LHaNALL]NTEN

AINNNA 2.3 N9MNITUANUAINANINUIRIa YN AHeNFRISeU AT Azdunam lddn

1 !
=

aamlasulline A1unilsreands e i Nduflaa Ul IMINE8NINTL A1UUBRNNA
[ 1 o o ol 49{ = QI v a aaa 49( o 3

N9 BINANUNe TNTUARNNTY AsninlanialieuniAna U e N INaW Aeiunis

Mgl fisenawinlidnanisnndfisaninsnauies desowadfasen i ldduso

o o s

A o 8§y o ] ] aal s A4 &£ A o
M]M?@‘Vlﬂﬁ‘v\m\imu NANNNULANA A LLWLﬂuQO (pathway) NTALAUNTUNRDNAINNAININUY

v o 1 o 1 o o o o

nafNTuAAINI WA UNANTUALAN NNARITWIHNGIZOUNIANHNANUE (B LA0) AL
1 o ]

o Y a aaca a a A aaca 1%
ANNTNTUNU LL@QLﬂ@ﬂ{]ﬂ?ﬂqmﬁﬂqquﬂﬂmiﬂﬂIFIQLN‘]JQﬂﬁ‘EI’]VLﬂ

dnfiansunannislasuulasdssuiedjiseaniiuly andudsdosng

saleli

anNNAdU e NAAsNae9lji3eN (rate constant) i k uazindssunaiusiumiiu E,

ASANNT
A+B—*5C+D (2.28)

dnlddadadlfisanadlldog azldrnsaasdfizeiu k, deFand Arpsnidne

Lﬁﬂgméﬂ (catalytic rate constant)



16

A+B—<»C+D (2.29)
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2.2.6.4.1 ATlATANTUANUUATIUSUNSN (Temperature Programmed
Reduction, TPR)
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2.3 UIFENLNYIURY
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Tnatinnin aannnamaaeanLdIsageljizen Au(1.0/Mn0O,-Ce0,-10.0 Tnadilsznnimas
% %; o =l v 1 [ 1 o = a A o |

faeaz 1.0 InewingniszannfeAIANEINNIA-LUALYINTL 10.0 Hisv@NBnnaesso

Ufisanangs Tnaazlidnisiddaausssuianfuenenanlafgeangawiniuiesas 90.9

a

wazANITReniaTesUisamniuiesay 47.8 Ngungi 120 asAgaTaa Hedain

a

HANTBINANIUIALAN NBINNIINITALAEY LaziFuIuaanFiaungngaduLuRasiaLgg
UAsenge Aeinleisaen §isen Au(1.0/Mn0O,-Ce0,-10.0 HAvndeslaluniaifindizen

gendnsdadaliseau

Chung 4a% Yeh(2008)” Anmianinarasataauidunsma-tualunis
ANAZNBULRIALILHTEEN Cuo-CeO, Nwisanlnedsnnnznausan tneldlainaulansen

ladifuiualunteannznen d1uindjiseteendindusuuiaaniinueuia

ﬂqﬁa‘uﬁﬂuﬂ‘ﬂuﬂﬂi"ﬁﬁ N@ﬂq?‘ﬂﬂﬂﬂﬂ‘Wquﬁmﬂmgﬁﬂ@ué’qgﬂ.’]ﬂqqﬂLﬂuﬂ?@-LU@L‘V]I’]ﬁ/'j_l 12 flﬂ']
) o - P P v ' =
ﬂq?Lﬂ@ﬂuﬂJ‘ﬂ\‘ILLﬂ@ﬂ']?ﬂ@um@u‘ﬂﬂblsﬁméﬂﬁ@llV’W’]N’]ﬂﬂqq?ﬂﬂ@gﬁ 99 WAarAINITLAAN

a aaa 1 o Y d‘ o 1 aaa dl = dl 1 =
Lﬂ@ﬂ{]ﬂ?ﬂ’]m’mﬂi‘ﬂﬂﬂﬁ 88 Lu‘ﬂﬂ@’]ﬂﬁl@Liﬁﬂ{]ﬂiﬂWWL[F]?EINVW’]’W’]Q’]NLﬂuﬂﬁ‘ﬂ-LU@QﬂﬂﬂﬁN

1Y !
aAd aa 1o

= = 3 1o !
PUNPBUNTANANTRNDLIELANNINL 4.2 UNTUNAT LATHNUNRIQUINNL 214 ANTINNATHE

a

N3 uananinisanazneunAAuiiiunsa-ageazin lanududusesiiandaaang
A A , i o Y N X o 8w Ao o i a
Feuazdiuaes Cu Auntiidedlagen Mnliraanainnsalunissdnduaes Cuo Wxman
d? =X 1 o Y o | aaa = 1 a aaa A a
1w Asdanani bl fazaaiaaandedlalunisiindjiseuuuiaeniinaeg

uwiganfueuNeuan lmmAga
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LATANNALAZNITNIARD

3.1 wnsasiiauazailnsnl

3.1.1 wresiieuazgUnsninld luniswisausiaisagisen

3.1
3.1
3.1
3.1
3.1
3.1
3.1
3.1
3.1
3.1

3.1.
3.1.
3.1.
3.1.
3.1.
3.1.

3.1

A

A

A

A
.2
1.3
1.4
1.5
1.6
A7

1.9

10
N
A2
A3
14
15
16
A7

fininaf (beaker) 24u1A 10 50 100 250 600 WAL 1000 JARAMT
N9zUanmIN (graduated cylinder) U3u1ms 50 Na8ang
weliaARANT (stirring rod)

“aanvien (dropper)

TaUANANT (spatula)

nsvANHAaENg

NFLATHNIAY LUIBT 42 113199 Whatman'

1.8 Tulmstlitlm (Micropette) 131 Traff Lab

ATR9NUANS (Magnetic stirrer) §u C-MAG HS7 1/31% IKA”
ARNFIANALIBER 4 AUML
Wwasludmas (Thermometer)
AUALALRBTIHANIZANE (pH-Indicator) i3 Merck
UIANIALLIAN
FALWI (Drying oven) §1 Ecocell 131 MMM Group
AL (Muffer furnace) 34 ESF12/10 131 Carbolite
AINLIAANT

Hsrannleaat (WA la)

3.1.2 prasianazalnsainldlunisdnearudadlhaaasdoifal fnsen
3

- A o~ sale o = ) o
ANALTZNAUABY mewﬂLmzﬂqﬂﬂ?mmi‘ﬂum?ﬂﬂﬂﬁMWNQ@\?VLQ?J@\?mL':N

dffsenlunisiaeniindfiseneendinduiuuiaendssresanfueunananlaslunszua

lalasaududures Ul HILaAIsINIn 3.1 dailsynassns

3.1.2.1 1ATaIAILANERIINT IMAaTBduTia (Mass flow controller) $14 GFC

1715 U547 AALBORG

3.1.2.2 gunsainnsuanuia (Gas mixer)



3.1.2.3
3.1.2.4
3.1.2.5

3.1.2.6

3.1.2.7

3.1.2.8

3.1.2.9
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grinsniliflevnunszuy (water bubble)

a

Lﬂ?‘m AILANDUUNN (temperature controller)

a

Lmﬂﬁmfaﬁmummﬁq (fixed-bed reactor) LdunaaawAININ
gl UAUINAaNTEUEN 6 HARLNAT
qunsalsnaulevi (Water trap)

A309998RINT IVaT09URE (flow meter)
Aiaaufalasunlnnsw (Gas Chromatograph, GC) 31 Agilent
Technologies 6890N

g1n3nl iewaz9141 (pipes and valves) Lﬁ@ﬂ@zﬂ@mﬂuqmm

ADUAYNNIBI NTBFNLTIUTFEN

3.1.2.10  Adendqa (Quartz wool)

b

Gas Chromatography

Water trap

Furnace

it

a A~ ol = ' o
NINN 3.1 LL'&@\‘]mewﬂLL@&@ﬂﬂ?mwi‘ﬂuﬂ’]?ﬂﬂH’]mqﬂmfﬂ\‘}ifmfﬂ\‘lmLN

Ufjizen

3.1.3 mAlAdIAMZTANHOIZIaNNE IRl EeN

3.1.3.1 wAdANITREIILNIRITALenduTeI8nensa (X-ray diffraction

spectroscope; XRD) %@ Bruker AXS Diffraktometer D8 LB AN

& = o 1 anna
AALTLNAL LAZIUIANANURY E]'JLN‘]J{]ﬂ?EI’]
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2 1
o

3.1.3.2 wAlATAMEINURIR unzuarauiagngulaaldn1sgaduas
ngAnewialulnsiau (N, adsorption/desorption measurement,
BET) ﬁju ASAP 2020 Surface area and porosity analyzer R
. . dl =] dg/ dla o o ! aaa
micrometrics INBANENUNRIAUNIZURIAUTLNTEN
a a Y ¥ m & ! 1 A AA @
3.1.3.3  WmANALATZHAENABI9aNITANBIANATAULLLIABIHNUTEN LA
(Transmission electron microscopy; TEM) ﬁ:u FEI &l%ia TECNA
T20 WN@ANENTWIABUNIA LATNIINTTANEAITRIALILITFEN
3.1.3.4 LATEINEIAINTHNITIARTANTUNTANNRNS (Temperature program
reduction; TPR) ﬁju Autochem [l Chemisorption Analyzer bR
. > d‘ =] a a aaa A o o o !
micrometrics iNeANHIRMNN WA AUz FanT UL
fnsen
3.1.3.6 wzasyEensunlasndunsusn aulninslinedvseianiloans

(Fourier transform infrared spectroscopy; FT-IR) ﬁju Spectrum

One &% Perkin Elmer 1afnuujiariderassiogel jisen
3.2 #15iANUAZUAAN 1 luauIdE

3.2.1 @Al
3.2.1.1 @@an (1) lwasnangslamss (Ce(NO,),.6H,0) ANz Merck
3.2.1.2 nauas (1) bussnlaslawmsn (Cu(NO,),.3H,0) AnLi3Ev Merck
3.2.1.3 Tauead (II) lumsnanazlawmsn (Co(NO,),.6H,0) ANLiFHN Asia
pacific specialty chemicals limited.
3.2.1.4 wwannila (1) Twesnieaselamsn (Mn(NO,),.4H,0) anu3Ev
Panreac
3.2.1.5 Inunadaslansanlas (KOH) aanwL3um Carlo erba reagent
3.2.1.6 1@N1ua4a (Ethanol) ANy Merck
3.22 ung
3221 WaBRNLEqNE 99.99% TneFunns ANtz TIG 4nria
(Hun1id)
3.22.2 winlalasnauiFgns 99.99% Tasnfiums anLFEm TIG 1

(Nu1id)
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3223 ufapfueulaeenlafizgns 99.99% lnetffums Amissv TIG
AR (MWL)

3.2.2.4 ufamsueunauenlEs 10% tnatuinsluuiadinen anu3sm
TIG 110 (NUNT1)

3.2.25 ufaeendiau 5% lagifunsluniadiaan anu3sm TIG A

(NunTid)
3.3 M sLasENssaLsILl)AFeNTnan1sANASNaWsIN (Co-precipitation)

naunaweNANNLTseasinawsaNatTazaie

- arsazatad@izan () luasmanazlaimem (Ce(NO,),.6H,0) AauLdudu
0.1 Tua/aps

- arsazatanasuas (1) lumanleslawmss (Cu(NO,),.3H,0) Aarsidudu
0.1 Tua/apg

- ansazanglaueas (1) lwmsnianazlawmsm (Co(NO,),.6H,0) AN LT WD
0.1 Tua/aps

- arsazataumenida (1) lumanensylanss (Mn(NO,),.4H,0) matuidudu
0.1 Tua/apg

- asazanatwunadanlansan s (KOH) Aanudindy 1.0 Ta/ans

3.3.1 TEnawsireNAnLdeLiTen

3.3.1.1  uananrazaredEenlumnsm nesunaluingm lauealunm vse

usan13Raluwean Tudnadaunnivues ldasluinines uastnlusaniezasnauansnian s

1o
a =

ANNNE AU mmmwﬁ@mmﬁ 80 avALTALTeE WAZAYLAN @mwgmwﬁ 80 B4AN
=
VAL A
3.3.1.2 mnmzﬂﬂummmwimm?mgwﬂmmmmwiwme%m
lansanlgsAaudNd 1.0 THA/AMNT AUAITAZAUNANANHNLTUNTA-ANIYINAL 12 AZNL9N
AZNAUANBEINNAN1TOT

a

33.1.3  nougnsnanililude 3.3.1.2 woan 1 dalue Ngaungi 80
= d‘ Y aaa a 49{ 1 s
avAEALTaLNe I s i nTue ANy Tl
3314  Winznaun lsuaesnainlnAainlaant aunsEiaunaenen

st A LazAIANTLNgA-ANawNTUTNUI AR laaa R At
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33.1.5  #snaeniuea udatinlinges

3316  wzneuldevldudisiignugfl 110 asanaaidaa iunan
2 il

3317  thazneufithuniseuusiouda lenfigoundl 500 asAiaaidaa

3

nelFugennIA Wlwaan 2 alug
3.4 FEn1snAgauALsLl)Rgen

3.4.1 thdadalfisanomin 0.1 niu ldaslunaeaudoninsog Ined Arendqa
Ausadalfsa e ldldsasedfasemgaldAvufation udasadiiuviefuandaliufs
% 1 o ! asa
ST CIEST P
3.4.2 \daufadunszizndd lnadnesddsznavufadaainsesuialnsuninngan

ALANERIINIT IaTeufiai 50 HaAamnssawT
3.4.3 USugnugiianludosenminAneiae 50-190 asAaadsalnaians
& 14 1o = ] =
nsliAanuFauwiniy 2.5 aspnimaLgaadeug
344  dpesAtlsznaureuianieaniasainiiusaiieliisenlaeaseuialansun
nnananais

3.5 ANLADYTRIALTILHNFEN

= I~ o ! aaa o o ' aaa ] d‘ |
ﬂﬂ‘]:ﬁﬂfl’?llL’&OEI?‘II@\?mLﬁ\‘iﬂ{]ﬂﬁ‘ﬂqtﬂﬂﬂ%‘uqWQL?\iﬂ{]ﬂ?HWNWW@@@Uﬁ]@Lu@\‘iLﬂu

1981 1440 WH mNesAdsznauresuiaadnAamnga 3.1

=i . 24 1 de
M15199 3.1 avALsznauunguL I NANE

H, (%) 0, (%) CO (%) CO, (%) H,0 (%)
40 1 1 - ;
40 1 1 15 -
40 1 1 - 10
40 1 1 15 10

* aNAaREUAAEREN WA space velocity 30,000 mih''g,

-1
cat)
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3.6 MsussalnFeun e b

1
a

Wnsadefisesunisldauudauutasendiau 5% Insiuinsluuiagiasy

a

dmaniglua 50 HadaAIAauIN gouun 110 avAngadaa 1unad 2 dalus uaziiiy

a

gounn il 300 ssAmardea Wuean 2 Falue wdtAnitlineaseuniiudeslivesyise

q a

3.7 AawUsnAnen

371 Arpnudlunsa-anslunnsanaznes Tau Araauidunse-sne 7 9 10 uas
12

37.2  gruugilunisanaznew lHunguugi 50 uaz 80 asALTALTE

3.7.3 fmdaulnaiuaveslanzugu Co-Cu waz Mn-Cu lnaiAne1amsda1 199
Co-Cu Lag Mn-Cu ‘1'7{ 511118z 1:5

o ! A | a

374 gl jiefingisen Aedesgaimni 50-190 adA LAl A

Q a

3.7.5 asrlsenauaadufaundnsamnisnan 3.1



unn 4
NANITNARDILAZIANTUNANITNARD

fFordelfasennninismeasuaiudedlaidmiuniainljiseeendiadunuy

A '8 & a I's o v 1 o ] aan o a
aandsspnfuauNauenlEfuasiinssininuaneuey laud faselfisenaen e
1srnaunaanna-aise (5%Cu-Ce-0) laailuuanidanazlnuaamidugnsiinwss TasaLga
Ufisengnisransaeasanaznauion WaldaAraniunsa-wanazguugluniswsas
fodalfRzenunnsnein wassinn1sAnenazednsdoulaeiiniinaemesunuay
= & o [ =K K o % 1 ana o 1
LHANTHA ULATNeaiariaLeas ANaNAL :NDsANNsinAaaLgRREnAuNT 1 vy

LATANNLANE TN INTRIALIFTaeN

nisnadaundNdatlodenisiindjifeteendiafuuuuiaenassues
mﬁ?mmmu@ﬂ”lfﬁcoﬂuﬂizLLmiaTmiLﬂuLiu%’uuuﬁqLéqﬂﬁﬁ?mmzﬁﬁﬁmmmugﬁ 50-190
QIANTAT A TIANNAULIENNAA LaZAI AT aa LT (space velocity) 1¥nfiu 30,000
ﬁaaﬁmﬁi@%‘imﬁiﬂﬁmmﬁqLéqﬂﬁﬁ?‘m ansn1saresuiatlanviniy 50 Hadansse
w9 avAdsznevaesuiailenns uialalnsaufesas 40 Tnesunns uiasendiauiesay 1
Tnaiunms ufiaanfueuneuenlafseaay 1 lnatiuins annasuuiadiaen ANdesls
°MNGTQL'a“'\‘iﬂgjﬁ?m%gmwmmlumammV’hmuﬂﬁﬂmmLLﬁ"mmﬁu@umuﬂﬂhﬁ
(% CO conversion) WAY ﬁi’]mﬂﬁfamﬁmﬂﬁﬁ?mﬁu WAAANFURWNDWAN Ta 6

(% CO selectivity)
4.1 manutlunsa-Lud sz anaaLEel §isen

NAAYINTEY 19289RnLIaL TN 5%Cu-Ce-O MnAnedzn snnmnznauian Ing
Hnunaidanlansanlas iugisdoalunisanaznau Reesuauidunsa-lugmA19RY 3

svauAa ANLTUNIA-LUEN 9 ANNNLTNNIA-LLAN 10 wazAulunga-1uaN 12 wanalu

1
[~

N 4.4 aziudaiAiasdunsa-luannszAy Weiinguungiluniaind fAsen
AANTLATULLULADNATITUDIANTUAUNAUAN MIANINTW ANTNITLUALUIAIUA S
'8 s QI -(1{ =X dl v 1 1 A a aaa
ANFLEUNAUAN [T AR LN TLAUINAANTNUAIA ZAREANAY WATAINITARENTIALTFEN
AundgpfuautauanlafazlA1anasauAdd Heliieanianuiglalasiaugungn

v
a R [21]

nntfisendueandiauuteiuuiaaifueuneuen lad lih e mn gy

a a
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100
90
80
70
60
50
40
30
20
10 /

0 : . . . .

50 70 90 110 130 150 170 190
Temperature(°C)

CO conversion (%)

100 W l—
90 -
80 -
70 A
60 -
50 -
40 -
30 +

CO selectivity (%)

O T T T T T
50 70 90 110 130 150 170 190
Temperature (°C)

AN 4.1 Annsilasuaesniaasuaunauan s (% CO conversion) WAZAINNTLASN
a aaa [ 2 3 6 - le o aaa
mmﬂgmmnumemm@umu@ﬂiﬁm (% CO selectivity) AMNBUUYRN L lun19M1L e
a o A I3 Y Y o 1 aaa
@@ﬂsﬁmmmuL@@ﬂmﬂmmafmumu@ﬂisﬁm"LumzLLmiaIma?muwmuuummﬂgmm
dl = v aal | o [~ 1 o 1
5%Cu-Ce-O NYNLATLNARLRIANATNAUTIN B seALAMMTUnsA-LuaUAN AN L
ANMNLTIUNTA-LUAYINAL 9: A4 ANAuTlwnga-tLawaL 10 MaAouTlunga-tugminay
12 agAlsznavaauiaadi: uialalasiaudasay 40 Inaiffuing uhaaandiausiagay 1

Tnetfinng ufarsueuneuanlaffonay 1 Inutinins annasauiagines
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A s A

Tenudnsagelfjisen 5%Cu-Ce-0 AignissanfiAramunsa-tuaminiy 12 azlidng

a
1

wWanuesuiaafuenneuenlofgeganiesas 99.5 wazAnIsaenialiseiuuia

q
a9
ArfueuNauanlafviniufenay 49.4 Ngaumni 150 evAEalTad TeANailasuaesuia

3

- PO oA A o ' e 1 |asa A o
ﬂ’]ﬁ‘ufﬂum‘ﬂu@ﬂi"ﬁmﬁ\lngﬂﬂfa’]m@LVIF;I‘LIﬂ‘LIﬂQﬁNQ@ﬂWNML?ﬂﬂ{]ﬂ?&l’mLM?ENT@EH’]?

T = °o o v = o
pnmznaugINnIziuAnuLiunsa-luan 10 uaz 9 Auanay taalwAn1adaswaaLna

!
& = = v

ArfueuNauen lAgaNgaINeiasaz 98.9 wAY 98.8 MINATAL tU gRUUH 150 B9AN
= = ! Y1 ! | dl = o ! aaa = ]

A asamsanasifdndtanudunse-waluansiwransusal Jisendinasends

qeslresisaljisenTunisinljieeendndunuuiaenassresa fueunauan bas b

nazudlalpnsiandade

[ 1
e aa o

AINNANITIATIHNUNNIR NN T2 381 5%Cu-Ce-O NATeNAaeas
ANAZNauTIN nb srAuANLiiunga-Llas19ie Tnemnaila N, adsorption/desorption A4
dl 1 dl Q‘ o dl o = o 1 aaa
wand U399 4.1 wudnleinssauandiiuna-walureniiniswise Nl Hisen
5%Cu-Ce-0 amnArauLiluna-wamanu 9 wWuatanuiuna-luawindu 10 was 12 4y
= azd” dla [J o | aaa QI d? 1 o
AN LNUN AN 2 289A39L 38 5%Cu-Ce-O WNTUATN 115.3 MTIUNATFEN5TH
Wl 146.4 4az158.1 As1NATAanN AaNa1Ay MiduiuiliilasunainietTunuaaiu
¥ Y QI 49{ [« ql o . 49{ o v Y @ 49{
dndureaugiinnnnay azilunisiinaiuan OH wnauinldinnsanaznaunlamisaau

denarn IR Iu AeUNALENA NUTRARWIENNTL . aztiufigeljisen 5%Cu-Ce-0 7

9 1
A A

LFTUNAREABANAZNAUIIN T TAUANMLTIUNTA-LUAVINAL 12 TIHNURRARNIZHINNGN

JuaneArAndeslalunafinliseneendinduiuuiaenassafuaunenen laduinndn

aa

fLdaLlfisen 5%Cu-Ce-O Mislrenfnedannaznausan ad szduauiunsa-lwawiniu 9

Aol Aa o o ]
LAY 10 NHAUNHNINNIZUAEININ
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A5 4.1 NUNRIRNIE UATTUIAKANTRIAITBITL V895N TFE1 5%Cu-Ce-O 7

LT NAREIANAINNLTIUNIA-LUALAN AN

AL TN

ANAINLTI NS A-LLIA

NuRRaa " (m’/g)

]| aa q
AUNRNANGLTE (nm)

5%Cu-Ce-O 9 115.3 9.3
5%Cu-Ce-O 10 146.4 7.7
5%Cu-Ce-O 12 1568.1 7.6

T

" WNunRaR Wzt ATlA N, adsorption/desorption

¥ Anunndaunanandizenszuny 1111neldannns Debye Scherrer

WBNANINDYINITIAPZUAUNUGNTEN 5%Cu-Ce-O NimTeNfeaaAnmzNaw

om0 o szAuATuNIA-ad 197 AoemATia XRD  AuanalunIng 4.2 wudifaigg

o{11,23,24,25] <

Uffiseisuauansiaiiiudnwuznanvesdzainduniinngeelsieanlas R

dsng WA agl 7 33U ABITUIL (111) (200) (220) (311) (222) (400) waz (331) NATUAUY

2 Theta @ 28.6 33.1 47.6 56.4 59.2 69.5 waz 76.8 MNAAL wiillilsngiia 2 Theta 184

NAIUAIAAN ANALALG 35.6 LAY 38.7 LWiadainnaduaaanlas In1enszana s laauusa

o A @ Ao A =2 = @ . o Yy 4 A a -
?QQ?U‘VILﬂusﬁL?ﬂﬁ?‘ﬂﬂJuq@N@ﬂNmuqmL@ﬂﬂqﬂ@ulllmqllq?ﬂW?QQQUVLQQ’W]LW?QQN@QLﬁ?qgﬁ
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am “CeO,

| (200) 2200 31y
- o : - 331
3 : | v (222)  (a00) OV
© 1 ! ! * * *
z : : LY ;
g i | |
E ! ! !
0 10 20 30 40 50 60 70 80

2theta (degree)

MWA 4.2 NaNTATIZIRLITTFEN 5%CU-Ce-O NTaNfedsnnmzNeauian tl seil
AL UNTA-LLALANFNSAY AdenATiA XRD: (n) seAuANLtdunsa-lwawinny 9

(@) 32AUANNLTUNIA-LLAWINAL 10: (A) TZALIANNLTIUATA-LUAWINAL 12

ANUUNAINITANUIUIUIARANTLTEATZUNL (111) Ineldannns Debye Scherrer
o dl 1 d‘ QI o | dl o = o 1
AALAATUANIT NN 4.1 WUANHBLANTEZALAIMNLT UNTA-LU A TUAUSNNINITLATUN A LT
Ufisen 5%Cu-Ce-0 anArANuilunsa-iuawiniy 9 ludranuiunsa-lugivinfiy 10
= =X a a [
LAY 12 AzNIUIANANLRSTIEEaAa9a N 9.3 wiluwmg 1w 7.7 war 7.6 wluiwumg
[ [ ?:/ d” d‘ 1 d‘ 1 1 o 4‘ a OI 1 o £%
ANNANAL B19RLHeIRNNINANAMNTUNIA-LUAVINAY 9 T9NANANNITIULARN daNan L
A - a Ly o 6 o pRiyIPY \ PR
dGenlansenlafiianisnaznauatinadi nldauineuniafldiaua g lwaniiie
= o 1 aaa d‘ 1 | 1 o a A QI 4? o £
wiraNAdLNU NN AIA T unsA-lwainiy 12 HdFunauaiiuninauinlinng

= A & é’ =KX o % R aa A 3 ¥ o
ﬁ]ﬂﬁ]:ﬂ‘ﬂuﬂ‘ﬂﬂ‘ﬁﬁﬂﬂkﬁ@‘i‘ﬂﬂ1‘ﬁﬂL‘J?T].Iu QN IHIUNANANT T NIUIALANAY ARAARRNALNNS

% 1
A

a el Ao o , =2 Aa @ Aa o , o 6 v 1
AATIZUNUN IR NN TALNUIIVUIANANT LT AN Z NN UARIINN1ZHIN daeaniliimn

1 aaa a o A '8 & d‘ % o
pRdedhresjiseneendinduuuuiaenassresafueunenanlgiuin T9aenndesiy
NUIAY Chung wATANE(2008)”” Nn1sAnHINsssaNsaLsa Az CuO-CeO, Anw

ad 1 ¥ 1 1 [ k2 =
BNTANATNAUTINALAIANNLTINNTA-LLALAN W’Nﬂuiﬁﬁli‘ﬂ“ﬁL@ﬂNiﬂ@?@ﬂ1ﬁ$’ﬂHﬂ’]?
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13
A

ANAzNaW NLIAIANTUNIA-LUAgY asiNun o nzaesiasal isengauarinuin
= S o & A o qw Y, = =

HANT29T 38R TIn1sanaznaunAtAdiiunsa-luageazyinliiaanududuaeciioinans
a a 1 i o 1 1 d? dl dl 1 o £

109 FEUATAINTIRY CU ATUNLNT891949TU (BzRaN Cu MTBNTENINe CuO-CeO,) N1

Ao o i QI 49{ dl = o ! aaa dl 1
ANNANNNID TUNTIANTUIRY CUO WNNINTY WaTe Nl e nA1ANdunse-
%
WAG9AU

v v

anuanaialiseasindusaauialalnaaulnaldmaiin TPR 209aLerljizen

5%Cu-Ce-O MisisenAnensanAznausan o szduauiunsn-Luasiae dsuansluning
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AaRsi19 ABIN19AATITTFRLTL3EN 5%Cu-Ce-O 1un04 2 N

ada o

AENITANUIN

fldaLlfisen 10003 H CeO, 95nFW : CuO 5niu

faidafisen 203 N CeO, 1.9n3W : CuO 0.1nfu

AT 5% CuO Winfu 0.1 NFu

mm‘lﬁm@qmm CuO Winfiy 79.54 LAy m@‘lﬁm@qmm (Cu(NO,),3H,0) Winiu 241.6
AaLlu 0.1/79.54 Winfiu 0.00126 Tua

WwiseNdNTarane (Cu(NO,),3H,0) 1vinfu 0.1 Tuasedns

—C¥

[N =—
1000

0.00126 = 22
1000

V =12.6 ml
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(%) — [Co]m _[Co]out %100
[CO],,

CO conversion

2. MmamuIumAsaeaznsiaanialfizenaasuidmsuaunauanlan

0.5([CQ]J;, —[COJ,u) x100

CO selectivity(%) = (0.1 (0]
21in 7 L™2 Jout

Taeif
CO conversion(%) = fasaznisniaswsasianifuaunauenlas
CO selectivity(%) = Faaaznisneniinliseniuuianifueuneuen las

[CO],, = Buumnudinivaeufanfueuneusnlafiowinlfisen (aud)

[cO],,.= Punnuanndinduzeufisnfueuneuen lmduduindjisen (a1een)

[0,],, =i annidndureuiaeendiaunewinl]izen (2wdn)

[0, ] = Yinnuannidinduresuiasendiaunauiailjisen (11een)
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nsAuINMITIUIARANaasasAlsznauluAasel JAsenaninalia XRD Aae

fANN19 Scherrer's equation

LY
B, cosé

e

D, = aunnanlaaiafe (mean crystallite diameter) Hvivaeiili deansau (A)

a

K = Anasiiaesdinefisns (Scherrer’s constant) HAMWNAL 0.9
A = ANNENIAAULRITIALENT (X-ray wave length) NAWYINTL 1.54 fagmnsas

B, = Aundsuasiia (angular width of peak) lusnumisnas 20

6 = YUNANNITNULURINAN (Bragg's angle of reflection) Huaaiilu Lainem
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lugnsdausinglnainailn XRF
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FaLdaUnEe | nesuasieuNenita

uaznadLassialALaas cuo MnO, o0,
5%Cu-Ce-0O 1:0 5.984 - -
Cu-Mn-Ce-O 51 3.922 0.822 -
Cu-Mn-Ce-O 1:1 2.435 2.651 -
Cu-Mn-Ce-O 1:5 0.754 4.129 -
Cu-Co-Ce-O 51 3.090 - 0.585
Cu-Co-Ce-O 11 2.051 - 2.353
Cu-Co-Ce-O 1:5 0.958 - 3.932
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