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Abstract

Abstract

There has been an increasing interest in the potential use of proton exchange
membrane fuel cell (PEMFC) for electric vehicles. This is due to the advantageous
characteristics including a low operating temperature for quick start-up, high energy
efficiency and high power density. The main fuels for PEMFC are hydrogen and
methanol. Pure hydrogen, though promising as a fuel, is dangerous for storage and
transportation. Methanol as the ideal liquid fuel 1s one attempt at solving these
problems because it produces hydrogen on board by steam reforming. The final
reformed gas contains approximately 1% CO. However, this amount ot CO contaned
in the reformed gas causes major problems because it poisons the Pt anode and
dramatically degrades the performance of PEMFC. Therefore, it 1s essential to
remove the trace CO in methanol reformed gas. Among the currently available
methods for removing CO from hydrogen rich gas, CO selective oxidation is
undoubtedly the most straightforward, simplest, and the most economic one.

Catalysts so far proposed for the CO selective oxidation in hydrogen rich gas are
mainly Pt supported catalysts. However, Pt is very expensive and enhances the
production cost of PEMFC. Seeking for more economic catalysts of base metal or
oxide for CO selective oxidation in methanol reformed gas is the research focus of
the near future. It is very important to advance the utilization of methanol steam
reforming technology for electric vehicles. Due to the above reason, Au supported
catalysts and CeO, based catalysts have been prepared, and the catalytic performance
of these catalysts for CO selective oxidation in approximately real simulated
reformed gas has been investigated.

Firstly, the performance of Au supported catalysts prepared by co-precipitation
method of CO selective oxidation in hydrogen rich gas has been investigated.
Catalyst screening studies have revealed that AwFe;O; catalyst showed higher
activity and stability at lower temperature correspond to Pt supported catalyst at
150~200°C. The effects of preparation process such as preparation method, addition
order of reagents, Au loading, different precipitant, calcination temperature, different
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pretreatment and Cl contents on the structure and performance of catalysts, the
optimum reaction conditions of CO selective oxidation, as well as deactivation and
regeneration of AwFe,O5 catalyst are investigated. The 1.5% AwFeO; catalyst
prepared by co-precipitation method, regular addition order of reagents, Na,COj; as
precipitant, without pretreatment and calcined at 300°C was found to be the most
active and selective among the studied catalysts, CO conversion of 100.0%,
selectivity of 66.5% and stability of 120h were obtained. The corresponding reaction
conditions of CO selective oxidation were as follows: reaction temperature was 40°C,
space velocity was 14400 h', without CO, and H,O. Addition of CO, reduced the
CO oxidation activity, whereas addition of H;O increased the selectivity. The
deactivated Au/Fe,0; catalyst could be largely regenerated by calcination in a
oxygen-containing atmosphere.

Secondly, the performance of CeQ; based catalysts prepared by co-precipitation
method of CO selective oxidation in hydrogen rich gas has been investigated.
Catalyst screening studies have revealed that CuO/CeO, catalyst showed higher
activity within the wider range of 120~180°C. The effects of preparation process
including CuO content and calcination temperature on the structure and performance
of catalysts, as well as the optimum reaction conditions of CO selective oxidation are
investigated. The 7.2 mass%CuO/CeO; catalyst calcined at 500°C was found to be
the most active and selective among the studied catalysts, CO conversion of 100.0%,
selectivity of 87.4% and stability of 80h were obtained. The corresponding reaction
conditions of CO selective oxidation were as follows: reaction temperature was 120
C, space velocity was 14400h™, without HO and CO,. Addition of CO; and H,O
reduced the CO oxidation activity. Stability of catalyst could be increased by
switching to a oxygen-containing atmosphere.

Finally, the performance of AwFe;03/Ni and CuQ/CeO,/Ni catalysts prepared
by using conductive porous foamed nickel as matrix of CO selective oxidation in
hydrogen rich gas has been investigated. The effects of reaction temperature, space
velocity, H;O and CO; on performance of catalysts, as well as the stability are
studied. Auw/Fe;03/Ni catalyst showed a bad activity for CO selective oxidation
within the reaction temperature, whereas CuO/CeOy/Ni catalyst showed a
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Abstract

considerably higher activity and better stability for CO selective oxidation. CO
conversion of 100.0% and selectivity of 93.9% were obtained. The corresponding
reaction conditions were as follows: reaction temperature was 160°C, space velocity
was 18.7h”', without H,0 and CO,.

Keywords proton exchange membrane fuel cell, hydrogen rich gas, CO selective
oxidation, Aw/Fe;0s catalyst, CuO/Ce0; catalyst
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Fig.1-1 Illustration of the effect of CO on a proton exchange membrane fuel cell
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MEL EFIRFRIBRKRE, B2 EXHB CO EALFTIE 2 HREE R &
AEEMIRAE LR BRSSP CO WP HF A, LA PEMFC Z i B
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133.1 SS9 E WESHITOEHL, FTRO=SMETE BERHE.
FATERIB A B ) MIEASEIE 1-1 FiR

& 1-1 ARRATEHLE
Tablel-1 comparison of hydrogen purification methods
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sk, BEFgTEC, kS CO 5 T Pd B ERAAFRK, S

H, 4 Pd R ERZZEMRE T M2, 10 B/KZESRRMER L CO Bi . X3F PEMFC

PIHRES R, KESI CO NEEBBFYUEMTHEWAFEE. B4 HTH

B AE pd BAIEKAREAE, Pd By THE, #5859 CO Y, X

5 COAREXHEREEERH.

1.3.3.2 CO By£fR COERETBRIMFEFEREBESMK TR CO, 1# CO

& 8153 PEMFC HiEFAaE R ZRI/KFE, Pitk Pt BELFIFE. AIRAHBI A
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(1) KT H RN B CO SKBEARNEL I CO FRF=EHE.

CO(g)+H20(g)=CO2(g)+H2(g) (1-6)

KRZERREEEE TSN EENE, Sf EHAANHE. kRNE
FRERERAN, RNEESTES, BEBRKAE CO BB FEP, timg
VERFE, AT A RE/K AT R N (180~250°C) FHRAK ST # RN (220~350
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HTFRNE ST, SANFRNTFERERRSL 2 CO KEIRM (<0.6%)
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KiEhn, XHEEMEEKSTRENEERSPHO CO NEERESR 0.01%
T RERAMEER, FRIEMERRNESE.
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B EE K ST R NELF, W Utaka®$1& 00 Ru E4F. L& K
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R M AR PEMEFC IR S S4B mEX, EFEH—T .

(2) HEMFHRARN CO fEEER R, B CO 5 H, R NEARE
e, FRIERKES.

" CO(g)+3H2(g)= CHa(g)*H,O(g) (1-7)

MERie F&, 7€ 240°C LT, Ffib R A FHE 2 CO — IR
2 0.001%LL TV, BESENATERFHEBHERSENFLEAR LML




M3 R IR Tolk K% T #1835 rig X

. AW EHERRNMNRATUES, % Imol 5 CO Bk, ZEH#E 3mol AT Hsy,
SFEEREL R, 74, EESPTHEEFAREN CO (~25%) . CO, thiEE H;
EERRRNTIEERENE, #18 CO MPRILRNAELIET. BIEH
Fra B, A Ni/ZrO, #1 RwTiO, A4k, it Bk R ] DA{E EEs P
B CO TaEkiE, EEAFNNFEAREEEITSE, MESEE, Has/&En
HHKAERRNES, N TREBMASIERMEENNIGE, EHit, &
B RO RNA S KA.

(3) EEHENARNY NEERNEESTNIALENERTS, FELT
YERTF, Sk Co, MESTHEIL.

2C0O(g)+ Ox(g) —2C02(g) (1-8)

HE—HBEHET CO, A—FREXARSGEMR T HMAOHE, HFIANELH
STEEAP CO #ITEBRIBERATITNAEMREN T, B FESAS AF
CO 4 8BME 0001%, THEREANBEEASF+H CO EFHERNMFR
R

1.4 CO AR MEF A R RIS

KHALISR, A3 CO MEML#AT T Z IR, SRR N ATE EA
Wi R, BAHSEER R LI AT T fiE. X TEEASHS CO &%
HEMMARTHEBER, EFEK, BEFEAIX PEMFC fERE3IFREENA L
y%iE, CO EHEMANMRABHARER. BWNEIMNIRNES, TEE
A4, #E., FEUERXESREER, KELFYEMRN. ERETRE
FU RIS R EETT R A

%t CO EHEMENRN, FEMNFTTHFERE=ITE, B CO EFEEHAMNL
AT, ST SR NESIRIT LR CO &AL R N B 7% I
K. MLLZ T, BTUHMEATES T ERANEAFER, EZEZTHITR
B h 2N . CO IEHEUL RN EREMTMEEFTRER CO FAEHE,
ERRMEEEEAS CO MELEL 9%l L, TEEERRARIEEL,
BixtEAMEL2EE, BXBRESPH Co, # H,0 RFE#Hutt. HaAT
CO M E R N AMEAR EERS AR ELT . B eEAT. EDE
WF A Je S AR ALY
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1.4.1 SHRELFIRIFRER

Pt REAFIREREHT CO BEMHEMAMRNIMELT, EENBBEESR
ALO; FEe AT,

% E Engelhard A% T 1963 BT K T Selectoxo'™ #LFH (PYALO,
ZHEAHED PHFSERE TUVE ST CO fiifih, FHET TF. XM
AEESRET CO ZBMEMAERIBESR TRFHERMNZEVNLERE. N+
F4L, Los Alamos R LR EFVIF B T B a8+ COmE b k RRIFIF.,
HHEE, RNEBEAN 177CH, CO & PUALO; #4447 ERIEAL R R BE 24K
FFEAMEARN, 3 0/C0=2 K, CO £, RNIARERNESTH,
R, RNEEEUEE.

1993 &, EEEA AR AW EREPERE BN A TEELR EHHFE,
Froax R ERS T CO MERHITHR. Oh FAVIEETHESRE (Pt. Pd,
Ru. Rh) HdEH 48 (Co/Cu. Ni/Co/Fe. Ag. Cr. Fe. Mn) FiIFZ b5,
HAkh ALO;. LW AR RN SEE A 0.85%H,. 0.09%CO. 0.08%0,, H
KN Nye IREH, ERESEREILERTERE, MHRITTHEL 130~2007T
T A B 2 0 R I BTE T Nk R, X CO nl iR 3] 100%89 B, W& HEUT A4 -
Ru > Rh >Pt>Pd. RMTIXH#HT AL REAENRIRNSAG TRER, LIWTH
SRS PRERSHIHRFHBRMERR, EFRIRXATNTERNS
BT, EXLIERER CO #AE, 4R ERMEHEREK.

1995 %2, HZA%# Watanabe S AV IEHAMBEAFEERHA (zeolite-A)
VE ARSI & Pt BT T EES M4 CO RMEFEHEW, FrRSEARK
3} 1.0%C0O, 0.5~2.5%0,, HEAER. F£Y PUALO; LTI LB F G & 3L,
fE CO ¥4 E AR, Pvzeolite-A 4TI L CO FAL R MREFEMZ PUALO;
710 4Z0 L, BRESKENRNBESANT COEEME, BERRMNERE
5| S A R4k R B R v R T ZE 4 S R B 1E) SR SRR R

1997 4E, Igarashil’*h#—3EWFA T UUARIFISEEHE (zeolite-A+ mordenite.
zeolite-X) AE AR Pt LK), HAFRERM, AEFPELRAEREX CO EF
ME AR SRR B AW, 5 200°CH, EAFIREEEMIFRIEAN:
Pt/zeolite-A > Pt/mordenite > Pt/zeolite-X > Pt/Al,Os. 4L TFIREFHEREE 0 FiF
FLRHOR/NTIRE, EENAXESTHUNALER. T CO #LERINF

-11 -



e 73 Tl A28 T 288 H 44 ig 3

WK IK73: Pt/mordenite > Pt/zeolite-A > Pt/zeolite-X > PYALO;. LA EBERM 5
BAERNERE, AN PUmordenite I TEESEY CO HWEHHEHNT RS
&, HXHAB RN RFE 0.7%0, AT LUESHEEBRESTEEN 1.0%M
CO, BRIEEMHRIEE 71%.

Igarashil ™ )i — 530 B T AL FIMBI 0 B, BET XA 4 E Ru. Pd.
Co UL Pt-Ru &% M # 7 mordenite 73F I L T CO FIik S, B4
A 1%CO, 0.5%0;, ERAER. AREKIL, 7 200°CH, Pt-Ru/mordenite f&
A 2 S ERIEALTEE, CO N EFERMEIER 90%LL L. 1E& K
SEASUE T AERE, AR R “OrEIER” BLEIMSG R, BIIRFIZE Pt =/ CO 5% b
EARLE Ru LAY O RAERN. WRMEAFIREMERMK 0,88 CO, 4
W EEBERAE CO EluRM, NMMH TEIRNMAESE, Pt-Ru/mordenite %
AR B MR CO EEMFE LI HI,

CREFWAT CO ERMEFIARNE Pt EUFBEFABRERE
150~250°C 28], BRFLULBTHERNET, HEATFNEHEERS, &5
FIEARATIFKIERRN RE, WTE CO #HULETR.

X EEIME SRR R BT 6, BRPHEAFINFHEBEREZ XEE,
mH, #HAFRERBEERK, FUEERSEATEMEIRE BtP, EBR—
MREHRR, XHFEEIR/ANEEFRERSNEH, SRR EbEsh
RN N RE R & PtETIFMR R R TS B it R s,
FERIMAEN RT B PHEALFIEHITEE . BEFNEE LE., B F UL
FRBHEENEBZFAE. TENTRIVR TR

Engelhard 227 BOUEEMABRER (Fe) S/ ER Selectoxo™ {4k,
FRATHE, MTREY, EAFNRREESIHERS, &£ 90T, 0,/C0=0.5
i, CO RUHE{LETIAE] 68%, TM{E4tH) PVALO; 4L, ZEMHRRIFET
CO ¥4E HH 13%. Son™IWF RIS CeO, HERHE T PYALO; %wm
{CEIETE, 7E 100CH, CO HALERERE 35%RBET 90%. THHAE
B, ¥ 0 K,0 BhFE) PYALOs E4LTH, 7F 160°CHAI{E CO £FRZE 0.005%LLF,
ToARGMBI AR EAFN BEXBFFERUER, RMBEEZET&HE) 2000CLLE,

BUERT Pt ML FIEE RARBE (ALO:; AE A HEFX#®E (LA
BEAE) #%, %E Michigan K¥H Manasilp® B9 & T B B A - BRI
%1 PYALO; #E4L7, HRERBAXAARTEETHARE, &R 5EERAIMHE
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bR TR, EATIREE T ESNEAEE, £ 170CH, CO ¥ {LEA k3
80%. 0 10%H0 B|RMART, BHERE TEAFFRNFEE (170°CHY,
CO AL ZETIEE] 90%LA ) &

T PUALO; EfLTR, XAAgPTAE T (FERER) Al{EEFITE
150~250°CYEHE AR BRI ENE, HEKEMEAFREEIDERMEL (CO #ib
FET 10%) . BT Son & ABSUL I I B /T /KRl b 52 ] LU{E PYALO; {#
ILFEBERKEETCRERA (27~200C) EEEME. 30CH, CORKUERFTR AR
FERIR S, 1A% 80%, 150°CHY, W[{F CO e4#il. X2Z2HRTEAFISEE K
BFGEEERE/ PR T (~2nm) , XETERNERESEAZ RFIMHE
R, IRET CO KRB E{LiEtE. 4T, BUFIEMT 100°C kM, RHEEE
SHEHFREAR BIRMAE, KEBEAMENAT, BEE 100°C LI EHIRAT L R
sRBENE, BHNERBAN T ZTELRER

Ll ALO; R A fE R PtBULFIFIR A CEREZ PR, T KFNEET
., RPEHE Snymikovi® 3£ T Sibunit (—FZFLABRMEL) 1EREMAHIE
Ru 0 Pt 4k, BINAM, ERA CO M H0 FEMNBHT, RANMERE ;7
347 105~120°C 135~160°CH} CO X F|5E &M, TNANEIEFEELN 50%, &
NVEMERE B & T PYALO; 407, Ozkara™BF5 KIN Ce 1 Sn MBI RIS
EE AT PEBALTIR R MR . BEAh, BL Ce0, ) CexZry, 0,0 TiO, P,
Ti0,/CeQ,P 2% H 8 460 Pt LRI R TR th IETERITZ P

LR, R PHEMTEESEMEBEEEAN, B ERITH COXL
B 100%B9%=5, REHREREEEEET. B35 AR it 2]
EFAEEREZ L, FHEERS, BFEAN 150-250C, &iRRMEES]E
aiAK KRR RN EE. B, Pt BESRE, AERERZ, MBS, KHYE
fE4 CO EBHEI MBS — B & PEMFC KA, HEMUHTHIE Pt BLiE
Pt LA TEERNHFLERILARER.

1.42 HEEEUTIMARER

&—HEADELEEHEENSR, BTENRESFETEHIE, —
BAEEERT. RANTEREN, IxR2F Haua™RR, BHHES
HRETESBEAYESE LEABME TG, ERAH T BRIEILER,
XRITH T R LURIAY SR B EABETNEERS, BUEAN SELH

Ay b

l.IlI.
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MR Tk K22 Tl L X

BT KRBT OCIE . 2001 FF 4 AEREIEFHWEF T HeVFA B BREIR
BHREBUMNERF RS, HE 10 BEZ/REZE ITHRME IR EFELS
W EBE RG-S EATIRBH SN E Yy —, AT RAEERERAR. &R
WEBALHTMRMTENEN. RS, BXREELUFIOHRMTARREK,
AR CO F{ER AR R 'Y,

Bift, HX&EF7E PEMEC N AT IRIE M AT 55 & R Z Erg £ ),
Au 5 PtAftE, REMHEEE, WAMEHENEE. BE, AuBAFINEE R
B, £ PEMFC BERLAH R T i REMAH B, Haruta® BT RN, Au fif (L5748
ST PR, COEMARNERPEERST LEMRNBEE, ik, HRAR
BENHTERESP CO WRELEEAER. HXAE Av ELTEFERREME
BERS Y CO ¥R, WE 122 Brr.

FH An ELFIXTEBES PR CO HTEEM M ERERE Pt ELIK
B, EBATRIREEERE, IREAE ZEA. HMNEK 12 RATLCEH, Au
A FAAT PtAER, EEHE PEMFC I TERECEREWMB T RIFHE
st .

Bethke % APSHE T LTI RIS T R R MATIERE, KATSR T
Fos, ST REAELFRERE, BT RERZE, MAFTRRESEREN
F, S&RRADA 9 m, FHHABESHE ALO, B A L, 7L 100TH, CO ¥
thZ bR MR MR & T IUE S . Grisel”EITHM MgO #
MnO, BhFUXt AwWALO; BALFIT S E 9T, SR RH, MgO ERELMIMHIE
FVEME LT IR PR TR ESH T A/PER. T MnO, MBI Mars 1 Van
Krevelen FALIREGER A CO EAREFHEEYF. MNBITRERESRKE,
BL ALO; AR Au BLFIRT CO RS L 2 BRit F e £ PEMFC X CO
ERMEX,

Schubert " E T A FEAY BB ST £ CO EFMEFI R MBETT
HRER, BUNKEEETESHEEEGHEREX, BRREEEHAHR Au
Ay 3 B S R RTE R, P Aw o -Fe,0; RS HEEEITH CO S
R 22| e . -3 Rohland““”ﬁ%ﬂtﬂ?’ﬂﬁ Aw/ a -Fe;O; M E N
PEMFC ¥%, 7 PIRw/C FRRTE I L — 2R EM Av/ o -Fe,O3 BUHE, LU
MR LE AL CO MR . TFIRRY, TEHRATNER PEMFC H CO KEMH/ER
B R SS, XMW T PEMFC SBENRALNAER, AFHFRESH

- 14 -



B 1E i

0 CO HIE R R 0.1~0.2%80 4],

% 122 &b F L CO EFEF LRI T HEIN

Tablel-2 Summary of CO selective oxidation over Au supported catalysts

fiE L] SO AR R fitfe it fe LR

AwWMNO,  1.0%CO+1.0%0,+H, CO ¥1L&E>95%, &+ H: 55% (80C) [97]

1.0%CO+0.5%0, CO ¥{LZF.20%, ¥EFE:80% (507TC)
AWALO; , . [98]
+48%H,+He CO ¥4k 35%, EFEMH:50% (1007C)
AWMNO/ALO; : (100°C)
AWMO,/ALO; CO ¥4 F.47%, EFEH: 52%
H;:CO:0,=4:2:1 . [99]
(M=Mg, Mn) Auw/MgO/ALLO;: (1007C)
_CO L E: 60%, EPFHE: 15%
AWMNO/MgO/ALO5: (70°C)

AuMgO/ALO; 70%H,+29%He CO $£4L2:94%, EPFH:24%

. [100]
(MnO,, FeO,) CO+0y=1.2% AwFeO/MgO/ALO:: (70°C)
CO #:4V. 38 87%, TEFEHE: 22%
Au/MO, M T Au/Fey05. Aw/Co0,, Au/CeO;,
1.0%CO+1.0%0,+75 , _
M=Fe,Co,Ce,5n . A/SnO, AWTIO; Au/NIO [101]
Q 2 - » N
Ti,Ni,Mg,Al EH R AWMeO, FHEE AWALC;
C0O:05:H;:He=
AWTiIO; “502 CO FALEE:50%, EHMET3% (80C)  [102)
1:2:50:25

#H AuwFe,0; E{LFER PEMFC 3 &

AWFe,0;  1.0%CO+1.0%0,+H, R CO W B 0.1 %A BT [103]

1.0%CO+1.0%0
Au/Fe,0; ' P COBLEE>90%, % 1%:58% (80°C) [104]
+75%H,

1.0%CO0+1.0%0,+H, H.O BRIERIEHEEFEEMT 15%

oo 105
T 25%C0,10-15%H,0  CO; BEIREHE IR T 15% (80C) Ho

1 0%CO+2.0%CO,+
2 6%H,0+40%H ,
Au/CeO, TN 0o Bk 90%, HAEHS58% (110C)  [106]
+He

0.5-2% O,




PEARIE T KE T FEB TP

AfLLE Y, F Au fE{EFEAS Pe LKA T EES S CO 19K, 1ME0]
DL PEMFC BIRE D, Au BT KRGS, e LIRS BB AED)
ERA BB URE, Av BT A EEER PRERHERAN SN RERE
Z2IER]

1.43 RS MELTIRHE

S CO #ATEEMEAMR, HirsFsng b kB2 PR, HTis
Br& R, BEEZ, BHT MO KMENE, LUk, RSB
SRENYEBERELEEN CO AFEMEMEULHNEFTREENTHNE. ©
HRXEFFRE, FBLBELYH CO RN LT —EfELER, W
3d IEEREEY. MHEEAZ RFERE RN, EFR T B S84 ELR]
T 2.7 s 4L i Hopealite 467 (EBH4 A Cu M M) .

BEREUPHTEES YD CO TRV XHME, EREMEOER

Teng!'"”, EEPEAWEERH: CoO. MnOOH. Co304. CuO. NiO. MnOx.
Cr,03;. Fe,03. CuFe;04. NiFe;04. BaFe 05 BL & ZnFe;0q4 2, LIS AEHER
¥ 1%CO. 1.86%02. 90.2%H,, HLHM Ny, Z4REH, & Co Bt Mn HEHLY)
7= 50~150°CZ A EHFFTF CO K&, Kt CoO EMEBEFMRMNENE, £
100°CHT, CO IR LEAEFEEE 95%LL k.
e TERREERNEETHNE, UAE CO SARMNARIN
MEEEEBIFORESRTZIANMEE. Lut'"® PR RIL Cud/CeO, i
R CO LA EFRBHMEAEYE, o8 EFRNFENT, 5Pt
WHREEEAYEZBE. AAEE CeO, MEIFH RN IEMHE T 1R ARIME
H, 7E CuO/CeQ, AL, #4 CuO HAT CeO, MfatsF, OO RERM,
CuO 5 CeO, Z B A T M EAER, PR ERIMFEES L, NIRRT CuO
S 484 CO KTEHE.

7 Patras K¥ M Avgouropoulos iR R R &M kst &
RR-EEpe ) RE-TEE e R SR 2 T CuO/CeO, EALFIA T E 2 RF
i CO WGBSR, SRSEAMN 1%CO, 0.5%0,, HKA Hy, 4R
#8, RARFEHEZN CuO/CeO, EALFIFHEAMS, £ 130CH. CO ¥
AV SEHRTE 90%LL b . EFHRIEEIR-BRBEHI % B CuO/CeOr L] FEUTHEE:
1 2 ) AW @ -Fe,Os AL FUFNER T 415 1 PVALO; AR IR EET LR, X
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BT i

WA AR BARAESE (80~120C) T, Aw a -Fe,Os B AR, MM EEKIE
B RRNE, CuO/Ce0, EMFIRMBBEFATETE. EIKERN, CuO/CeO, LT
W R PR RERE Y PYALO; AL AR N RE, 5 Aw a -Fe;Os fEALAUARLL, E X
CO FALTEH AR, 1BFE 50~120°C 2 (A1 H 18 E M 100%5) CO FALERFEE.

BEA Kin!'PHRZImEEsE T CuO/Ce0, AT, LIS IEH RN
1%C0, 1%0,, 13.5%C0,, 20%H;0, 50%H,, E4H He. TR KL CuO/CeO,
AL B RELE 165~175CHIE CO WE—IRTER R 0.001%, (B 5 W Rz Y
5

1.4.4 SIFSREATIBIMARITERE

B EFTHIE, REENTE CO HHEHEIMIMIRETRD. Oh AP
M RTE 1993 EERIAR T Ag/ALO; A E CO MR AL MY, K 25 R VIR
FERBIT 150°CHT CO A Hia554k, 300°CHZER] CO MEFEHILE (UF 50%) .

Guldur'" % A Bt EiiEESI%& T Ag/Co A1 Ag/Mn I E &AL L7
AT CO I EHEH. RNARARA: 1.0%C0, 2.0%0,;, 84%H,, HKH
He. &R %8, Ag/Co HATERBEBEH K EN, £ 200CHK, CO FUHFE A
B 85%, T Ag/Mn fE4LFIHI CO #4k3 H o4 20%, Ag/Co ENFIFEEMEES
T Ag/Mn 4. TS, Ag/Co EUFEE ST CO EFRMEE LRI
i ARIE R AT AF R, R SHEAMK CO mFAF LML EE, Ag/Co
BUAFKRNRELIEERE, EFETCHFTRS.

K 2R R IR PR T R Ag #T E CO HEREMES
RN, RALERETHE. BARE. RNEEURHAE &4 IHELTIEN
FIEFENRE, FEATIR T Ag AR ST 7 RT SEAFTEEZE]
12X R. PIRNEH, Si0, & COXERFMRMN Ag A RFEAE, —ER
EHSARERRESRT Ag BT Si0, Bk L1481 Ag/SiO, LA VH
B CO HEIFHKB RNFEHMEREN, CO HibELE 40CHERREHE, H
RA 40%, XTNEEFELER 45%. FHFRHTEA—SSLETEN Ag REH
M. RTEFOEMNER. BEiT Ag #ibTEFEEEACLBMERES, F6HE
2 PEMFC SREIS G2 ENX, EEEH-PHHAIE, WREFE S
EREE T SEBAENESEALURENIES, dTHRENE Ag BN
K CO EHFHFAEE.
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Ry /RIE T KFETEMAEMR Y

1.4.5 RNHIEBMsh hFERRHERE

ES—EZ AR ER NPT, DRERNYSFEAT BOF R
AL FIR BB, #RMEEHEE R EARE RN, AEFEYMNELRTIERT
fRfft. XSEARNEDERITHRRERE THRNERMENAE, BYUASHE
IR RAER, STHEW RN EFRZZETIM. ¥ CO HFEMEHMR MY
RMNHEBEMAE#ITHR, 2YFEEEHNA RS E PEMFC ERNHZM
VERHEREMELR, PR EENSREEREALRIEFEER.
1.4.5.1 Pt f#4k57 7E pt {4k L, BIEEY CO |l R MM H, E4L RN EIE) 1%
R AR AR, AAETNREAVEEE{ERE Langmuir-Hinshelwood L3,
SHF CO &AL N, CO BAETE PriEMRIRBSHEEM EXERN, O, R
— A EHEA R AR E RN, BRI COuhs 1 Oags» HHEEHIF A
T bt AE B CO,, X ELEREE CO Ml O, & Pt L FIR M FERT FRM .

CO+S — COuys (1-9)
O +2S — 20,45 (1-10)
COugst Ogas CO- (1-11)

£ CO FEMEHMRMERET, FHEE COEBMRMM H ELRNATR
RV, 7F Pt 4L R EIE SR CO M H MEFW M, XREFI NEHAER
Kahlicht!'*I3¢ Pt/ v -ALO; i (b7 _HiR B FE R 150~250°CHY CO &S AL
RNBN 15T TR, BREREARTESHFERTEE CO THLR ML
B, EERAZEHO UL COEMAPFERT, R T RVEE., RNEZEA
ﬁmiﬁﬂzﬁ‘é, R TREEEAN CO BLHBEAFERERN:
= ke'E’tRTP“'”PC'g"‘ (E =747 - mol ™) (1-12)
3 k—ﬁr‘i@&ﬁaﬁ
P.,—CO By5kk;
P, —Oz I .
Kam‘””&éﬂj? 5 Kahlich A8 & R, EEHEREINA:
o = ke *' X Py PO (E =81kJ -mol™) (1-13)
Kahlich bﬁ?ﬁﬁkf&&hﬂﬂ@iﬁ%ﬁ—% CO #UETX, TS5 RNEEM RN
SAGRA X, RBHEEEER, THERNEE, EBETER. I-RHT
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W1E &

KRR, CO & PtELFIRTEIJLF WA, X H IR AEEEE, M
BE, BT CORMMIMN, FFT HLETHIREA AR, nE
T H 8184k
Kim 7EX% PYALO; 467 £ CO EFHE M RNFIFIZTT, i DRIFTS )
=R, 7F Pt MBEFREIER T R FEEDH, WA H, #4b4E M H0 &8
X TR R, BT Pt 4T _EE CO FIKER ALO; 84k L2
EERFEL, FARSEPIRETE CO BMMEMER, AMiEm T #H1bF
fr) CO BALEH-
1.4.5.2 Au b X THEE Au 40 ER4R CO B RMILE, 24U
T T HZR. IRE B BRI Au 2K M CO BIEMEA, BREE
4G E ERAEFALREN, BRFEREIR, RTENERH SELTERE
ERFERE, —MAAEEERMAESK L, H—MANERMESE Lelg
58 4r A0 L.
Kahlich! *HEMBR T Aw/ a -Fe,O3 EALFI L COBFEMEAL R NI /15,
H 5 Pv v -ALO; E{LFITILE . & H T 80CH, CO E&HEREMNIT1FH
R LU — MR R SRR R, REAA:
reo = ke H N Py Py’ (E =31kJ -mol™) (1-14)
BF5iAh Ho SRR CO 4y ILg1#m, & CO RERERN, WA Au
SE M REE O A LARIF 5 Hugo M1 COus KN . BERMNEBE, REH#HEMNL
FIEEEE FEE DT K E4t CO EFEEERHIEILEE. £ Au a -Fe,0;
4K E, COEALRERMME CO EHRME/ DR NE LI &, m
£ PV Y -ALOs 4L |, CO BAREBEMERHEKT 200 CHREFAZE. 1FH
N ENRETERNTRES, CO EFRMELN LB SRERNR. 7
Ptk L, COREBRAMMERE, EXLEBRMEH, W AvELF L,
CO—EHHIEEEE.
1.453 EERLEF KT CuO/CeO, 1L CO FALR M AFRBAIEILE
¥, BREUBICNL AR Cu'Th COIRMB TR, MEH CeO BRAEREAE
Z57¢, CuO Rl CeQ, Z AR E{EH, SIRAERMMRIEMNA—CERER, £F
EALFIENMEAE R ESE T CO BRI BIFHEAIEN. Sedmark! V5t
CuO/CeO, f4LF_E CO EBMEEALS 2T THISHA, AT RFERE
TR CO & Cut Ml Cu ERE. KREREW REFEREATRRDY B,
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e RE DA KT B F0 18X

W EEESFHRBIREALURE CO 4 CO, NRMEMN, EELSBTSMNER
SRS AMAERER, NRERSHERRL.

ST Ag #EAEFIE CO ®BH IR ANE, diRFEPHREH T —Narsen
RNEE, A CO BANESRERMNEDM M, MATM{ER T RSERE
WHFRENBRKEEE, RN CO 5SEBERABEMNRKREEYFIRN, &K
REEYMNFEN R TEYMMBRXRENITE, IARRNENIRER
YIFr, SRIETH ST CO RMAER CO; MNMFART Ag EAFIREHEL—
KEMER. BT Ag 4T E CORANERFEHRNIRE,

MELE Pt 4L Au 407 L HE R HRE O, F1 CO RN 2R 50 B 57 20 TE
RALLEL, EESMEP CO EHEMF AR MY BEAS 1] #8878 5 401
Langmuir-Hinshelwood #1EE N0 8 & S 4L 1) Eley-Rideal F1¥, 7 HH T 5Lk
EHS T CO, Ml HoO HIFHE, B EIERN RN BRI RVHIEREREE,
IR RN B A h SRR EEFTHE— P A

1.4.6 CO FEER L NN RITR

ﬁ%ﬂ:ﬁ? R M ENER TR ERRRATEQEIEER
BT, MXHATHNEETREKFLET. BT ATEREESFH
CO, ﬁ-ﬁZﬂ%E%ﬂeﬁnﬁ%ﬁ IR AT 2 MK, RRAEEHELNTEZER CO,
BB TIE R R CO RS 8¢ (preferential oxidizer, 8%k PROXD .
HF AR FRBRERE sz, U EREEREEARNFEEIRD.
EER. GHEEHFAERIFIERERE.

5 B3 PROX TR HI R Los Alamos ER LK =, 4018 R4 e N 3%
B TS HORIE E PYALO; #EILFIRIE#EE, RE T Multiple-stage PROX AIHE
& Sk HET DB 4-stage PROXI™Y, FH ZSM-5 A Pt. PtCu &
4. Ru SEAITEREISF 0.8%CO Rz E] 0.0035~0.005%.

#E A Loughborough KMkl iR @A "2 2ol T R EEMN
CO EEMFHRNAE, BT 20kW P FA BB E Bl A . R A Pt-Ru /ALO;
REALFI, 7F 130~200CHT, TTHERST 2.7% B CO IERENIK T 0.002%.

&5 E ) Korea A 220214 16w 1 10kW R F B EME BB 6 T CO %#E
HEIALR N, FROHSERE, FKANBALTA PRWALOs, T CO
HB A 1.2%MERS K, 7 3 min AR{EFRERERT 0.002%, EFEV B
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1.8%. A TH —PHOCEHREMREEN REMER, ZREA B FEH
il 25k W BRIk EIL R V28,

EEAR, FTEEXNENFYEP RN, RSB RE T AP
MRz, KREMETHEENPIHR. BRIEIWVRKEEFEERBATR
TR TIREZ LE BT —E#E, =tﬂ%%ﬁ“2ﬂ&ﬁmtﬁﬁw;£§&r‘
2%, NMERKRIESTERNE, dEITEERNETNES,

1.5 AiIREARBIERFIE X

FEE AN EHE P ERA A ENSEEN, FERERNEH RS
TR, B TRENFERECENSESTE, BEEBEES4EF CO &
BIAREE (~1.0%) , MREBESHENMEEIRE COFIEESIMAA PEMFC,
SRR AR R TR, NN EESTH CO #iTEk, BHEESR 4P
CO HEHHENMREB I AEY. By, EEARXFTEHHIWRER D, mME
A CO EFEtEEAL LTI RZ A 7E Pt AT, FNEHFHEERS, —&
£ 150~250°C22 18, MR mERNMN 5 BaERKATHRENEE. REA
{IEAKHEZHFNEE TS, BENEESARAERZL. HEHE, AEH
Au BT B EMS S—EHE. 1B, FHEEBASSIETE LGN
FENRABR. B, FRENAABTEE CO S4EEMEERFEENEER
B ACEER o LA ILE M Pt (407 X B R AR, AEXT
PEMFC RN ASNAEEEENERE X, MHESFRERE Ribas) %
T FEFRERARNARD AT RBRIIELE X,

KEFAENENFEEEHS AL TERSWRRELAFEREEMR
ATBETTEN, AR TEESF CO EFEHEIARNAFRT/ER LS
— A BB .

1.6 AXLFTEMRRASE

HER, BAREMEEESHEN CO BHERAURNFHTENB T —4L&
Fit R, EXRMANSEERS FREESNEHFESEARMEER K, % CO
EREEENELFIEE TEZENEETEAN RE TS &SRR AIBR,
FEEAXMARARIREE. BTUELBL, AXEFERELEFPEERESK
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MR ARIR TNV K2 T 2 L 3

H K B Y 24 T T E B4 CO B,

WXHIEAETEEES LTI FE:

1. FEANRENCTRERN Av B, BEXNBE#THE RESEE
MR &AM TR CO M ALEALT.

2. X} AwFeO; EAFIFHIZ L Z4&M4 G AR, &REE. ERHM
K. BREE. MLELS. EETEE. #8535 ARNI S48 (RN
&E. SBETE. CO 1 H,0) FEMEFRRITIHRAEE, BN HELTIFE
HEABERITHR.

3. W AR CeO, EESEMMBEUA, WH CO EEHE MR ITE
2, IKEAERILEEEHFMFTH CO EFHEALMEMLT.

4. 3 CuO/CeO EWMMFIE T Z4MH8F (CWOFTE. BEERE) fiIRNT
25t (RNEE. SETSHE. CO, M H0) SEmMEERITIEMEE, X
EAFIRENFEHFITHR.

5. A THEEANEFNNATHFREERNISRS, HI&USILIEFKREMR S
B FE AR AwFe,0:/Ni FI CuQ/CeOo/Ni 4R, ITHFRUMIK R EHHET
5.

6. X XRD. XPS. BET. TEM F1 SEM &7 ¥TF B XL FIHATFRAL,
MR A FESHBLL IR CO M L tERe T 5L




B2 E KRS

F2E LIRS

LI ER o EEAFE CO EFMFMRNEATINGETE. RIEESIR T
L AT TR BOERAE AU RERFT RS RS R &R R

2.1 B FIH &

2.1.1 g sEdT

LUKBEESBEAEHIREAT & RESELTN, THNFERESR
FoE. HyTEE AR E .. B TRIUEELH & D BE & B RN R
SBALF, &R E TR UL SR T .
2.1.1.1 AwMOx BEFIGI& FRAXEEHE. BEPERELE 3 &,
2.1.1.2  AuFe;O: EHFIHI& RAFNEEMRNRAEESE. BRPEIFERL
w45,

2.1.2 CeO, EE R E L HEN

BEEAYMELTRE & TIERE, ERFEREIFE. BNERE.
HyEdE. Bk, BR—EBREMTREZES. FOERAMBBRIEARL_ 7%,
X AL UIER.
2.1.2.1 MOx/CeQ, U FIEIZ KA ESE. BT RIELSE S &E.
2122 CuO/CeQ, fEILFIHIF FHFAMIEERE. BEPRFEILE 5 &,

2.1.3 HFLAKRBABEAMELT

HTH LR ELFIGEBEFNETRFEREENERZHELEE
F, REATUSSBKESIEEREMEN CO ERS(EILTIR REEAE, L
5% CMC B AR, &4 AuFe,04/Ni 1 CuO/CeOy/Ni 4L F .
2.13.1 AwFe,0:/Ni #{FIHIE RS RELSE 6 &,
2.1.32 CuO/CeO/Ni ELFIFI& A PEFELE 6 FH.
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2.2 HELHIFRIE SN

2.2.1 X BF k75 Lt

ELTFRTTESERNNE, KAEE BRUKER 47 SP4 B X H4k
76 AT

2.2.2 X §e&4i15T

{057 o U AR S5 4 43 4 78 H &K Rigaku D/MAX-3B B X 5 2 #7533 it
1T. SBEEHR CuK. (A=1.5405X10""m) , FERER, TI/EBRE 45kV, T4F
Bt 50mA, $HEHMIEZE 5° /min, 20 F#ER 10° ~ 100° . SRR K/NFIHLZ T
7%, ¥R Scherrer 21+ EE R,

223 HEERER

HELLFURE S B L R EARFFL 3 A 7E Micromeritics ASAP2000 4 L i #R 71
WX EWE, 623 K EFE THT ML, ERREETERE, SS90 FHEEER
B 0.162m°, 48 AW EHET IR ER A4, WEETFEA BET 512, ¢
RIRMSRLEKE. SAFBAENEAN | HRMEXNNFFIR, PSR
% Langmuir TR B 7 1E k18 .

2.2.4 X BB TREIRH X BT REK B -FREE

AV EAFF A RETERANAECFETES LS X S8 BB FaEil

SATEEE EY IR T 20/ B PHI-5700 B¢ X ST4R e s FREME (X LT, X GT£8 %

FEA AlKa (1486.60eV) , FEERUAHE, A EMESETRESKRT

2.0x107Pa, #HEBERRIELSHEEN Cls & (B.E=284.6eV) 1Eh &L, [EE
iTREESS, EAERWXARERAED 187.85¢eV,

2.2.5 ESBFRERNE

fESELFERPMERNEEHEB AR S HE JEM-2010 2UFES
HFEHE TN, Sl ESRROSWYH, ELKLEPHITESLHE, K
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2 E LIRS

B EAS M 3T,
22.6 I{iEEFREHNE

SAMENMTERNEORAEEAAAERO T E2RENE, RFEEE L
FATFREETENEESTUEBECEEHELRKRARNSMER. HHONESERS
JSM-500 B34 FB T B 13048 L X% ISIS-500 Y GETE (X .

2.2.7 BEpAHRIEEMK

TPR 2 HirEH ST Ao th A FE RS R FRZ —. BT EL
AR RS A A N AR R EA G REBE, EREEF TN E S EE
$HorZ A EER .

A AT TPR LR ANARAEWE 2-1 fros (B4H%R)D .

- R a
i T |
I[_.‘r_.. I __E__:
? 14
‘ | —\
I L Y T
| _ : [:j L_“J I 13 ,
1—E RS 2— 5% I ) 3—T 138 4—Fa k1]
Ss—RiRE 6—7~ 1 15 T— 2 [ 4P 8— M H3 1%
9 B B RiX 10—BFERREFN 1128 12— A

13—f83% T 1Euh 14— KE Tt
K 2-1 4k TPR AR FHTEE

Fig.2-1 Schematic diagram of experimental rig for reduction of catalysts
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MRE T RE T2 210X

fEALFIRT TPR R7E U AT RN ASF#T, RNE N2 4mm, #EIE7H
& 15~20mg , KT 0.42 ~ 0.50mm. B ESARK A 5%H+N,, FHE 50mL/min,
FARIEZE 4°C/min, BEBRATEE 30 ~500°C, BEPENAZTHRSH IR
v/

2.3 4R ITEM

-l.Ii

RS EVENEF R BERFEZ R ERP#IT, RSB —ENE
BEE FRIRENFIRI RN, Rt R EFYRER. REME 2-2 BiR,

O fh

.h 6 78 ’

.11 :

- ,

-G T Bl B | 18
s =9 10 - 17 |
5 6 78 NS ?"7” T
2 . = NS

- 10 e R T
- — ., = 1 | T e -
:?E*:—;"_;H 9 | i_g -

3 14

R = 20
~5 6 7 1L
1— 2 < 2—Ti b 3 A 3—RAEKE A—B S
5S—mE R 6—T 1% T—1E 8— 2 it i
9—&5 iR Tt 10—=1/ I 11—BE 1Y 12— HERE R
13— e {5 14— RV 4P 15— Bk a8 16—75 38 [
17—45 31 2% 18— FHEIE 19—EBHRfET 20— i T {E vk

& 2-2 #EALAEE TP R R

Fig.2-2 Schematic diagram of experimental rig for catalysts
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25 LREL

RNBFEAEMAES, AN dmm. RNVBEEHLE 40~280C |q, &
FARBHMIEGHRNFZEE. BEAANSEERNEEDESBERA RN
FHEIRX, BIXVFUrEl, ELFEZE TLEASWTT 0.5h LI Eid 4T,
HUE A 30mL/min. 2475 S TAL I A4 3TNGB, 4038 5 T AL T8
(10%0,+He, He B 5%H,+N,) WiE R 30mL/min, B8R NS (KFR4 3
FAA 1%CO, 1%0,, 50%H,, He F#S) . —REH THE A 30mL/min,
HERTEMNEAFEENEEE, SR RBRNSEME. %% H,0 3
Rt sE EmE, BRNESELAKBNE, HBEE CO, MEILFIEH R
i, YIRS (1%CO, 1%02, 50%H,, 25% CO,, He *F#S) . RNIE
WERE TI8E 0.5h EXREFESHT, FRALDILARRIFEH, RIFBLNERE
HEHASHOIEEL T, He AR, HE N 45mL/min. FH TDX-01 (2 m
X4mm) 778 Hy. O,. CO §1CO,;, CO M O, B Kfz B A 20ppm. B
AR A 353K, BY 120mA, S, TAEEE R 72 H 817 84
RhFE

2.4 IR IB AL

CO EHEMFIRNAERD EHTARRERA H—ER T, Hrpgik
TEEMNEE TEN RS, ZFHSRMEMEIERT BITHE.

C.% = it x 100%(mol%) (2-1)

A

T C—8Hy TIRE;
A—8 7 FEER,
A5 AN R IERTF.
CO EFHEIRNAREPELERDIFITHIRM: CO EiL RN Hy, Fib &z
N, AEEHERRN. FLUEATIBEEFEREESR: CO BELUE, 0,
AL CO EHEIAEM CO, RIIEFENE.
(1) COHEHE (X )
CO ¥4 ZERE CO L BFWE.
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My RIR TN RF T FiE L F A X

Croo =
CO.m CC’O.auf KIOO% (2_2)

) in

Xm%:

:T:tl:] XCD _CO %'{‘tﬁi
CCO*,‘"_%*':’I'EL H CO E@WE:
Crpom— P CO BIHRE,

2) O FEUE (X, )
O, AL R R O, HIHFERRTT H:

X, %= Copin = Copom x 100% (2-3)
0,

(3, ,in

XF X, —0; M E,
Co o —ERIELT Oy UK
Co, ou —RBAF O, BIKE

(3) CO EHEIAR CO, FIIEFME (Sq,)

CO BEFEIA R CO MEFYE (FXFEHEFE) EXh: £EAX
SAEHEA CO R CO BRMNEASARENFHANARENE. EE TR
MERGH, RIFE CO EALM Hy FALH N HATHIR B, A HREHN CO WIF,
SR AR STRS 0 —H,, AMBET BRI T RT3 R
ME M NEAS S 2. B TERENERKKES ST DIRERTE &, Hi,
CO EFEFALA L CO, KUEFHEARTE F - EK 5 -

0.5(C.,., —C
‘51(:.“:}1 — 2‘ CG,IH_C CU,OHI) XIOO% (2“4)

0] , m 01 ,ﬂlﬂ'

Kb S, —CO BHEALLER CO, I,
Cerom—RESHF CO BHRE
Croom —BHF CO BRI
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F2H RS

C{)z,in —RESRE O BT
COI ol __E#j{a LFI 02 B{JWE o

2.5 LA RBINEIRE

a0t

&b

2.5.1 &

AICET RIS SR 2-1 Fror.

%21 ERMEPIE K

Table 2-1 The gases of experiment system

REBIR HE SShad B 3
/ %

CO =999 LRIk S Ak 40 F
CO, 2999 b3 b o= AR Tk £ 7]
He 299,999 AL AL S R Tk &

H, =99 995 BERESETUAR

0, >99.995 I SRV R LAk 2 7]

5 %H;+N, FRES RS RIS A AL 2 A

10%0,+He FrES Ky RIES AT 2 A
1%C0+1%0,+50%H,+He PRES bbbk 24 ]
19%CO+1%0;+50%H,+24%CO,+He FRYES IR SHETAF
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RRETIWKZTE LFLid X

2.5.2 4LEiR
AT AL ERT IR 2-2 B,

722 L RF—RZE

Table 2-2 The chemical reagents of experiment system

kI 44 R i i el lE
AuCl; « HCl » 4H,0 AR g
Zn(NO3); * 6H,0 AR b T
Fe(NO3); * 9H,0 AR JER4L TS
50% Mn(NO;), AR il A=A ns i)Y
Cu(NO3), * 3H,0 AR LHEFEREaT
AI(NO3); * 9H,0 AR PRI
Ce(NO;3); *» 6H,0 AR okt IR A
Ni(NO3); * 6H,0 AR I EFFEAERFIRA A
Co(NO3), * 6H,0 AR e 5T i RIS AL 22 T PR 2 7]
Li,CO; AR bR s FEE A AL ah PR A &)
K,CO; AR ok 2 e A=8v I FC Y
(NHy); CO; AR PR AR
Na,CO; AR g &l E T
HNO, AR iR T
AgNO; AR Jemie LT
K ZEF AR LR
4 5% 10"%m LEnEEs TR
K HEHE IBMQ em @ Milli-Q A 7
Y -AlLO; 198 m’/g LA ZEETLTBR
g2 Si0, 99% AEF4L T
IR R FLERE>90% T EERHEER A

CMC AR B THR A A
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2.5.3 LGN EEIRE
. vyl sl BT Y

&N 2-3 Fir.

# 2-3 LRI &

Table 2-3 The instrument and equipment of experiment system

2R St I
Tz —athR¥F LR X R A A
¥ % pH 3t EEARET

IFYNA L EELHEENSE
Rk 13 IR E 2% IEREBREHTRA ]
Y AL X as]
YRt AL Az
B BY i LT A as
=i LRI A AE T
paeii] e th X2
o ) FigF s AT R 2 A
e HANWERE U CER R E
H 3 M TGES AR Tk 4 ]
5 g g BRI AR
BT 1858 et 3 E T
¥ SR T Lo M T AR T
AT AL FEE T R 28 MR R 4 7]
1R S KRR
B R ROHKILIRE XK
LT AT T 1556 o o R B
FEIT FHR I HX T g N A DLAR A A
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PSRRI K T H 20103

5 3 E Au/Fe O3 LTI RYHI & R H [E R

oft

3.1 31§

AR ERHERSIEN PEMFC BE)ZENBEENSHANL, REMRTE
BBz — a4 CO WFRERSFAERENTTHENNE. HiKEF
FH R PR BALBAL RIS b gk Pt LT, Pt ELFEEEXt FEE ER S Y
CO HATRITFMER, EFERFRE, BEAH 150~250C, HERNE 53
AT KSR RN R E. A, Pt RERS, MigSE, FREMREN CO i
B FAL LTS 3 — 518 PEMFC B4 2.

5Ppiiath, Au MERSEEE, MEHMET. BE, THAuEHTAS
HUEH CO {REFILIEHE, BERHFHEERS P CO MEREREURNEF
TR A kel v b BN ZE B0 R BT AE . Au B ILFITEREIA CO BAL RIS
HITE, BTFESSET CO MEEME LR FR N TRIRIEEMEL,
BT RO, BHERMTMYE, TALRTENSBARSPREESR
HIszBR S A RAEER XK.

% T B Au BN AT AR ERHE RENRLEE, AEYEF
FLTR B S T ARG A AS AR A Au AR, BT CO mEME
{h R A B ATR AT, T B S R B M AT B Au LT, SRE X 41
TEEZBMRNT E&MFFITEMAF, KH BET, XRD. TPR. XPS. TEM
%5y M T BB AL R AT R AE

3.2 AWMO, f L)

hoh

S Au ELFIKREBIIREZE, ik Au BAFF R NEEEZZT KT R 7
H i Av LR, SRELIEEER T RERESRE LT RARRBINER, &
PREIE IR I E Au BALFIRIATIR. BET, R TFHEAEX COo BFHE X
Ry 1 B B2 M B 3REE IR 2>, Schubert 2 AU T HHEMBER, EBtR/DAR
LM% T AwFe,0;. AWNIO 1 AWMg(OH),, FRR-TIEERET
Aw/CeO, Fl AwWMNO,, KAEHEHIET Av v -AlLOs. AwWTiO; Ml Au/SnOs,
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B3 FE AuFe, Oy HEILAIHIH %R R R GEFH

G REN, Eﬂﬁ%ﬁwﬁiﬁm Av AT BRTEEFNRNEE. BEERE
& EIEAFIEENEREREEEE, T RE Au BT, B&FE
SEWEATFESHTBREUAESBHEZBIRAMEH REHEEER, #
T 5 M4 Ak 7 o B A 4 g1 29,

AT RPN EAEN Av ENFI RN RER RN, A, fE Au /il
FIREHIELEFEH %, BEMEBEESR Fey0s. ZnO. Co304. NiO. CuO.
CeQ;. MnO, L & Al;Os.

3.2.1 Au/MO, {471 H) &

R LT IE Rl & AWVMO BT . BLHl— R W E 8 HAuCl, F4E M I THBE
i*‘fﬁﬁ"dﬁ EIEERAET, FINEBRERHIAERS, WINEEHN 3mL/min,
& pH 2 4I7E 8.020.1, KNG HUE, SR 30min, BF 4h. BUTRLIE,
ﬁﬁﬁk%%%ﬁ“fﬁﬁﬁ%ﬁiﬂﬁa%% (A 0.25mol/L. AgNOs; &) , 80CHE
ZE4E 12h, FFE 300°C TSR HIEEE 4h, ERBE, B#HZE 0.20~0.50mm. A
W+ Au s M R EA 1.5:100.

3.2.2 Au/MO, {4 FETEITEM

EAREBET, HERNESMHEER, 3T AwMO, LA £ CO EFEHEI
RNt aE T . BAFARN 0.15g, RNEEZEE 40~250°CZ[EIE#E,
HBALTIZEE R T2 He 1R33 0.5h U 4G 0ERE, H#EA 30mL/min. FP#
RENS (BREAESRAE 1%C0O, 1%0,, 50%H,, He FH#=) ., MEA
30mL/min, ¥EPEENERWE 3-1 Fir.

ME 3-1 BE]LE L, 7E Fe,0; 1 ZnO HEKM) Au 47 b, CO ¥ibZE M
EEHHEERNVEENFARERATHRER, ARRARNERE AR
CO E/LiEH, 40~60'CHY, CO #ALZETIAEI 100%, BN IEFE 57l 66%F] 53%,
XA E B RIEAF T PEMEC XHARH AR AL A Bk .

WS AEAR Au 47, CO BLEMERFEMFA SMmEMN, &
HA%;*:{E-: REMERENFSNEME. L MnO, AEARH) Au EALFITE
140~160°CHEF, CO BB A TIET] 97%, BEFHIFH CO EMFEN, HN
(R 50~60%. LA CeOy. Co3Oq F1 CuO A AR Au (LT, CO b=
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MRk Tk K T2 -5 0 30

B a4 R % 94% (100°C) « 90% (160°C) 1 85% (180°C) , FHRHLEHEM
I KR 45%2k A . T v -ALO; #l NiO Fi# i) Au #84L57, CO BEMFEALFEEN
Bk, COBEULERAFER 50%.

100 F #—a
N Vg a)
| X T N
80 | " Yo
}-&i
> A
E-E 60 S >
= - 4 . | —%—AulCeO,
2 aof JINAT e e,
2 & / . T4 —A— AUCUD
8 20 2 ‘/' ./ e —@— AUWNIO
-, —— AuZnO
O éé//:ﬁ/ —»— AuFe,0,
OF .44 —o— Au/ALD,
40 80 120 160 200 240 280
Reaction temperature / C
~#— Au/Cel
100 n-l-—Au!Gu!Ci )
) ~—dh— AUICUQ
80 —w— AU/MnOXx
—— AU/MNIO
= —g— AufZnO
~ 80+ —»— AulFe O,
& | —8— AU/ALO,
-
5 40f
. 1
7
20 +
0l

40 80 120 160 200 240 280
Reaction temperature / C

a) CO#LE; b) EFH
& 3-1 TR FEE Au BATRIR CO EHEMEAR TR

Fig.3-1 Catalytic performance of CO selective oxidation over Au catalysts
supported on different oxides
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st 3 F AwFe,0, #EHTI 5 & X I RER 3T

3.2.3 Au/MO, {1k 3 FEAT

KT T A RBESESMDER X EN RS M, AR
WA RER] Au ELFGHAT 7 XRD MR, B 3-2 2 3-9 4518 AwWMO, #{k

7 K HAR N MBI 300°C SR XRD 2K,

N

|

/1 A r’ Fer0 ‘_JU\/
A =yAVE
L. mwﬂ""r lkwrkw LJ S Jwa.;m A 210

| ll b r\ H Au/Fe;0; ” M AwZ
- \ i W noO
et la._,J\mﬂ__ka;h T M’\,___

20 30 40 50 60 70 8020 3

20, o 29f °
& 3-2 AwFe,0; #EAL TR XRD i 4 B 3-3 AwZnO #4651 XRD 1% E

Fig.3-2 XRD patterns of Au/Fe; 05 catalyst Fig.3-3 XRD patterns of Auw/ZnO catalyst

® AU
j |
| AWCo0504 J k AuNIO
R 1 M A L_k L S LA L]
L Co-0 \ J NiO
L Jw A J J\ 304 X .
20 30 40 50 60 70 8020 30 40 50 60 70 80
29/ ° 26/ °
B 3-4 Au/Co;04 L) XRD & & 3-5 AWNIO LMK XRD &

Fig.3-4 XRD patterns of Avw/Co;0, catalyst Fig.3-5 XRD patterns of Au/NiO catalyst
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M /RIR LN KETH SR Y

-*a

)

,JJ

J L;LJM_AJ

\ JLW J Cu0.

20 30

29/ ?

&l 3-6 Au/CuO LT HT XRD ¥ #
Fig.3-6 XRD patterns of Au/CuO catalyst

e Au’
An/Cu0 M
T vl A e
MﬂU MnO,
80 20 30 40 50 60 70 80
20/ °

IS 3-7 Au/MnO, #E4LFIA) XRD 1% &
Fig.3-7 XRD patterns of AwMnO; catalyst

| f AW Y -ALO;
. AwCeO ' |
J ”\-«—- L_ g‘-*“\_ N e/\j‘_# %ﬂ\*wm'-'-mﬁ i L
/ ”‘wwﬁ\.f inkrwf ik / |
L b,
0 30 40 50 60 70 80 20 30 40 50 60 70 80
20/ ° 20/ °

] 3-8 Au/ CeO, {46589 XRD A

B 3-9 Aw v -ALO; i {LFIH XRD 1% E

Fig.3-8 XRD patterns of Aw/ CeO; catalyst Fig.3-9 XRD patterns of Aw v -Al;05 catalyst

=

e

H

MR XRD %

A LLE N, AR Au TR RN X MY

L RBEALY R, B a-FeOs. Zn0O. Co304. NiO. CuO. MnO,. CeO, LI E ¥

-Al,O3. EALTTIRIRTIH 1E K >

, B Scherrer 7

oy N

n‘.

g R E B EER, ZHBAEADAEEE RS
ARIHHE T, Au/ e -Fe,05. AWZn0O. Aw/Cos304.

AWNIO. Aw/CuO. AuWMnO,. AwCeO, BAK Aw/ Y -AlLO; 4T _EAH N E AN

s Bl K/NIr A A 13nm, 14nm.

20nm. 17nm. 25nm. 24nm. 15nm BL& 19nm.
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35 3 & AwFe,0, fELAHT & LRI A

Au IBETEARNEBEADE B L, SO HELSERERTFHAIE
Hor4m. 7 AWNIO 1 AwCuO B XRD & FaJ LI R M R4 20=38.2°
[Au(m)]j 44.4° [Au(200)] B SFERTSTUE, £ Scherrer AR EATH], AWNIO
M AwCuO #WHI L/ Au &M RT-25128 12 nm F1 17 nm. HTF CosO, My
-ALOs FFIERTHT GRS T E (260=38.2°[Au(111)]. 44.4°[Au(200)]. 64.6°
[Au(220)]) BIFRHTETEE, FTULA XRD LiERE AwCos04 Fl AW v -AlLO; fif
AR Au @RS, ARIE SCERIPONX B AN AL P R b TR N T S
nm. HEEMNY a -Fe,03. ZnO. MnOy Ml CeO; AEAR) Au fELF HEE MR
P& R HEY Auy05 (26=25.5°, 32.5°. 32.3°) B4 FATHIE, FE Au
TR & 9 R X e Ak Btk b, FHREA A8 /DT 3 nmlPY,

St AFE AL 3 Au LA BET LR FLARFEHIL23TRIR,
GRME 3-1 Fir. MERFALLEH, FRESBEADAEN AulLF), BET
L RBEREZHHEBERESR. Aw v -ALO: B & & I EL 2 EAUAAE N 8 = /FL
2, AWMnOIRZ, HE An BAFINEREFUEERK, £4 XRD 5904
ZRUEN, SERERENEATIN Aw Y -ALO; 1 AwMnO,, HILEE
L, MEESAEERGEAT L REIRAAITE

ll'

2 3-1 AuMO, i FIRTELRE R FLAEM-FHILERNTE SR

Table 3-1 Results of BET, total pore volume and average pore size of AuWMOX catalysts

BET Total pore volume Average pore size
Catalysts . i
/m™g /ceg / nm
AWALO; 271.31 0.49 6.89
Au/MnQ, 11591 0.18 8.65
Au/Fe;O4 79.34 0.20 9.73
Au/Co304 44.23 0.12 13.73
AWNIO 61.30 0.11 11.21
Auw/CuO 49.45 0.08 15.68
AWZnO 63.47 0.14 6.64
AWCeO,_ 38.00 0.10 10.41

ATEFHTEAREADEAET AvBENAFH COERFEHRMRHRERE
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MR T KT E@ L FTi0 X

ey, FAH XPS %1 Au #ALFIREPE T EHRITARL, HABYE XPS i EBEFMH
N E A E T E MR XPS $3E, MEAFIRBA Ols #1773 97T. I RIH4E
{EFIRE Ols By XPS & B &N B —i%iE, EEEE HAXIR, MZIBRRS T
&S5, FFH Gaussian-Lorentzian X HIFITHERIE, BlaLwBE 3-10 fiw

(Ll AwFe O3 LT AH]) « ARSI T Au EALFIREETER 53143
BhaER IR 3-2,

-

Intensity / a.u,

' 1 |

534 533 532 531 530 529 528 527

Binding energy / eV

i 3-10 AwFe, O3 HEALFIRTH Ols Y XPS 15
Fig.3-10 O1s of XPS profiles of Au/Fe,O; catalyst

% 3-2 AWMOX EALTIREFYFHT XPS T80
Table 3-2 XPS data of two kinds of O on the surface of Au/MOx catalysts

Catalysts Lattice oxygen Adsorbed oxygen

feV /% / eV ! %
AW/ALO; 530.81 69.16 532.09 30.84
Au/MnOx 530.33 66.32 531.72 33.68
Auw/Fe;O; 529.80 78.76 531.62 21.24
Avw/Co304 530.00 72.65 531.83 27.35
AwWNIO 529.67 60.21 531.61 39.79
Aw/CuO 529.60 72.58 531.67 2742
AWZnO 530.15 70.98 532.07 29.02
AWCeO, 529.18 73.70 531.70 26.30
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83 BE AuwFe,0, fE{L RNl & 5 Kt HEFT 3T

M 3-10 F13R 3-2 fTLLEH, #AARANGFERNEDH, MRS S
Hl iRt E B E S IR E, HYP AwFe, 03 AL TR I RS E KA & B
B, &% 78.76%, AwNIO %%#J%uﬁaa#&ﬁmﬁﬁﬁ‘i%ﬁ&. XK 60.21%,
HE Au EAFRERFEAESSEAZEANK.

4 AWMO, #FF XRD RIELSEEH VRIS RTLUED, AwWNIO
A Aw/CuO 47 L CO mEFMHTMAFEERE, TREBTERNMMEXANT &
BERR~T (4314 12 nm 17 om) B KHFRE . Hauta® Wi 57IA A, &RT2
M CO g0, EMMERENEM LR O, BHIESE AN A
b, FRMAESTR L CO RNEMERRBIN, REFHA CO, AufELLF
(] CO TALTEYE R Au RIBRHIEH BUR H, Au $I TR KSR, ZFE P AwNIO
M AWCUO (I E R BT TR —F . HEANWY R E Av #EAH L& 5
RS ERA K (XRD WA Z &M BFEE) » CO BEHFILERNST
HH ARG, HEAGE X T EEMNETIR R NG 4 0.

M AUMO W FIR BET R E RTLAE SR, kNEHSEATIFLERR
Rz EEE RIS RN X R, Aw Y -ALO; WEERTIRE A, HE CO EHEHER
I Ee HUR R BT, T AwFe,0; FIELE IR A 79.34m%/g, HEIM Y BAER RN
Pge, RPLLFREMBEARZET AWMO, TR EFERE.

M AWMO, AL FIRFE T ER XPS MRE RBKE, AuwFeO; EHFIRIL
HRIEA CO M EMEN, TRSEAFNREARBESETEREURNAE X,
A AT REEANEEBRAPENRET, R T HFRNEEEL R NMENE
wrrelsh, REERTUBIEESEHAENFAR LSS RN, HETE BT
% CO Bl MR . EHREHPY, HFaRBatbn, KEFEE—1
R AEEA S EBY, |REASHHBEWE AN SR THRETE.
R~F. b GaagietEss. AwMO EHF L CO #FEHEMRNFERHA,
AuUMO 1T CO IEFEHEFN R MR ER, fl iS5 S&BR R/ DELREHE
HUPRAMREES S RNMNE X,

3.2.4 AUMOELLFIRIEZ E T 5

ME 3-1 FfLLEH, Au/Fe;0; 1 Aw/ZnO %%?HE%M&EE’JEH&Eﬂg’ﬁ
SATE CO #BALER LLUEAT] 100%, # 2T PEMFC XHREIS4k4E (CO ’f:?
ERT 0.01%) KIESR. BrLlASUEFXBA A e thiiT %5,
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fa/RERT N K F TR LM

RPELFE % 40°C, A4S N 1440007, RS AEHENA 1%C0, 1%0;, 50%H,,
He XF86=, RFBHEIZG 120h, &R 4-FWME 3-11 FHW 3-12 s,

100 } Adddddbs—ARAAL— . AAAAA— ALAAD — AASMA~—— A
80
oy
— TITTIY — YV VYY —— Y VYUY —— TV VNY — VYV ¥
= = B0F |
L2 -
2 2
Q) o
22 a0f
S B ~ —A—CO conversion
& o ..
QO n1 5,91 —V—Selectivity
0 i N 4 M . » [} . ] N L N 1
0 20 40 60 80 100 120
Reaction time/h
B 3-11 AwFe,0; fE{LTIIEE T
Fig.3-11 Stability of Au/Fe,05 catalyst for CO selective oxidation
100 | Adhddddd —AbAAN ——SASAA— —Abdy |
u“____‘
0 80
2 R s0 -
-E e _
g -'—a: "-_'““"‘“"'7
o -
g & 40r
-] %‘E — A—CO conversion
O wn . .
20 - —vy—Selectivity
O } . 2 2 L . t , 3 2 I a [
0 20 40 50 80 100 120
Reaction time / h

B 3-12 AwZnO fE{EFIRRE T
Fig.3-12 Stability of AwZnO catalyst for CO selective oxidation

JAE 3-11 F18 3-12 7T BUE #, AuFe; 0 LFUZE 1200 AZEL RN, XF CO
HEM SR EBATRIFHFBEMEEE, CO BAUERN 100%, EEEN

-40-



3 AwFe, 05 HELFNHIHIH Z I AERE R

66%, FILE TIRFMIREM. T AwZnO #4FIE R 80h B CO EiLiEN:
WEHRKETWN, RN 80h G, COFHALEFNEBTHIIFRM TR, KNE 120h &,
CO #H4LE M BHIN 100%5E 2 92%, EFHEH 53%FFEE 46%, HEEHHEAN
U AwFe, O3 B 4LFET

BT HEFHT 2 AwFe,0; 1 AWZnO BT EHHER, Xt RNETE#
R R A S A AT EL R T AR 43 B AT T 86K . B 3-13 1 3-14 5358 Au/Fe 04
M AwZnO {47 R AT G B XRD MRS 2R

¥ a-Fe;05 € 7n0

| I l‘ ‘
m-..-ff .'n,,.-.,.-.w—u-’J L*J ﬁwllwfltj L/L_,,—’rv n_fl,. J\AﬁL AN A___‘U\__QE?._

20 30 40 50 60 70 20 30 40 50 60 70 80

287 ° 287 °
a)before reaction; b)after reaction a)before reaction; b)after reaction
] 3-13 Au/Fe,O3 RELHT /AR XRD B B 3-14 AwZnO KR MHT/E R XRD B
Fig. 3-13 XRD patterns of Au/Fe;O;3 Fig. 3-14 XRD patterns of Aw/ZnO
before and after reaction before and after reaction

M 3-13 F1lE 3-14 FA[LUEH, AuwFeOx L FIELE R 120h J5, 4k
WS R AaE, BEEEFERESTNL, HRFEIA a -Fe 05 datH, fiT 4T
BRI Bl B 10ER, RNVEE) XRD #E FERE MM BSMFEATNE, RUSE
ERERNTEFEFBEEK, BERTHAT 4dom, BESIHEREL.
AWZnO ELFIEL R 120h J§, BN SHEHMBEERERL, AR
% ZnO SuAH, (BFTSTERE I BN, BRRE, XMURMIFEF Zn0 4l
BE RS, B4R TF—HUB PR E> fHESE L, FA7E XRDEE L&
A I E & FIF AT E

Au/Fe,Os T AWZnO IR M BT B LRI & R UL 3-3 B
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MG IREE Tk K2E T A 18y it

F 33 BILARNIERERBR. LERNFIAZHNERER

Table 3-3 Results of BET, total pore volume and average pore size

of catalysts before and after CO selective oxidation

. BET Total pore volume Average pore size
Catalysts Reaction . |
/m-g" /ceg / nm

before 79.34 0.20 9.73
AUfFEzO3

after 76.49 0.20 9.61

before 63.47 0.14 6.64
AWZnQ

after 50.12 0.09 9.46

R R MG AwFe05 Fl AwZnO A AL S RNV AT EE R K
BRI, B AWZnO LTI REARHAE TR, RIKMNEHEHLAT
(T 20%%, XAl TERNTRES, Zn0 EREEHAE, BHEHEKK
gL, X5 XRD MR B — . ZnO BAFRE KK, F18 AuBh 5 ZnO #
thz WA EEFBES, 18 AwZnO #AFIE CO EEMEFERL, Xk
F X T A BT, BAXSPERSERI LTI ESRERE, B
BHIEANTFEESAETS COBEHEMALRNTREE,

3.3 Au/Fe,O; L5

EVHTIRBNAREHEBXNTEESHP CO BEFHEILRNETR
IFHEBeROfEALT, AREPEEEHNARS P ERE DWNBREERNXE
¥R, XRERMBGFIAMBEFIRITR CO HAEE, ¥ CO HHERIER] 99%
Ll b, 8 COEZTEARERTPHRERT 001%LLF, {&T Pt B8ikH CO &
7K, MAREREAFEGREMEEYE, INEISEPHARELE
.

ERT—3 s, B A RE A R E N Au B4 CO EHEHEML RN AT
HEREH, AwFe,0; BUFERKMRNEET, COEbE MM S PY Y -ALO;
F1 R/ v -ALO; #4LFIZE 150~200°CRI M R NEETEM 2, Al B7E 40°C R MV AT,
CO 42 % 100%, HELERMN 120h, COENHRRE TR, EIMH TR
1. B AvFe,O0; AT THEERENERGENRMEERE L, ETH CO
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3 3 3 AwFe,0, #EAL I 6 & S HAEREDT 5T

wEHEEA LS5 PEMFC ZEBEBSHEK. FRLUHDEIT AwFe,0; LT
Hl & L2444 EFEEELRN T ZE &M LR ELTIR X EFEMBEH#HITTES
5 .

A FEERAL AwFe, O EUFIFIHI &S, & FE. sk, &
HEE. TIEAME. HREE., TABLZAUREAE TFSEHEAT CO ik
BEME RN R, ik AwFe,O: BT BRES & T E &4,

3.3.1 #&AEMN AuFe,O; LTI BE B 220D

HAl, 5 Au AR EE R X BRI, Ty, WR-ITE
. EREE. WESAAREAE. BNSReYREEE. BAEBEE. SHE
i, HETFRABEURBRLSRETFRINES. J3%KA HAuCL A Au f#iL
FIRTORART, W% TAEEE. REERR-ES. mRERY, mF
S HMRE SAETEo8, RARGERERSE EEEEEERN/DIR Au
L. X E, FEIREEMTIR-IUEEN 2N AR AT Z A& Au /#1k
i

A, AHEARRBEYEBIIRME T, 5 3R HILITUE (co-precipitation )
EFNLAR-ITIE (deposition- precipitation) ¥E#l & AwFe,O; #E4LF, XTH: CO &
B R N REHITIFGT, H A XRD M XPS &4 th FERMHEAFISEITER
fiE
3.3.1.1 HIE (CP) EBI& AwWFe,0; HAH HIERRKAET, H—EWER
HAuCl M RR S W, BNBEEA/AKEEY, BINEE N 3mL/min, %
& pH 5417 8.010.1. RNEHE, SLEHH 30min, #E 4h. HITEITE,
HE B FRIESEES, SOCHST TR 12h, FE 300C TR KR 4h, [T H
i, ¥EFEE 0.20~0.50 mm HIEHL.
3.3.1.2 SRR3R (DP) EHIE AuFe0; L H B AR FeO: 8i4E: RN
INEERE B S BKIB BB R R8P, FInE A0 3mL/min, %5 pH ZHIFE
80+0.1. RNLERSG, SKEEHHE 30min, FFE 4h. BINRALIE, RoWHE, 80
CHEETE 12h, #F7E 300CTEEFT TR 4h, EHRE, ¥ E 0.20~0.50mm
(TR o

&% AwFe,0; 4LF: F 0.1molVL NaOH & HAuCl #H# A = pH=8.0
0.1, ZERKBET, B8 Fe,0; (0.20~0.50mm) SEE LdE#E+, £—

L1
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3R Dok Ko T L 0rie

FHRETRM 1h, ¥BFRELIE, AREET KIS, 80CES T 12h,
HTE 300°C F &SP EEHE 4h.

AR RN FGT, XNHIEERIR-JTIEESIE K AwFe,0; {#4L 7
CO EFMHEHURMER#ITHR. EAFHEYLA 0152, RNBEEHAE
40~250C 22 [8], HAFIEZIRTSZ He 49 0.5h U EFHET, FiEH
30mL/min, BV RNS (BBoEI 50 1%CO, 1%0,, 50%H;, He F
B , FEEHA 30mL/min, BHEIFERIME 3-4 FTR.

R 3-4 FETTEX Au/Fe,0; AL 7B 14 B R
Table 3-4 Effect of preparation method on catalytic performance of

CO selective oxidation over Au/Fe;0; catalysts

Reaction temperature  Preparation Xco X o S Co, C o o
/ C method ! % / % / % ! %o
CP 100.0 75.2 66.5 —
10 DP 93.7 73.5 63.7 0.06
CP 944 75.9 62.2 0.06
50 DP 87.2 72.3 60.3 0.13

Reaction conditions: Pressure=0.1MPa, Space velocity=14400h""

MFE 3-4 PRHTLLEH, FHITEZHIER AwFeOs 47 CO EEHE LK
R REBR B I TR IEVEHI R B AwFe, 05 1T 7 40°CH, HUTIEES
Z B AwFe,05 HEILF CO B1LF K 100%, MM AIEFN R 66.5%, H O
ANF| CO MEE, MEREFREERESTH CO #ITTREMER. MITR-UliE
&N AwFe,0: 4L, 40°CHF CO ¥4 A 93.7%, HOKEFHRE
F 0.06%%) CO, MAKBXHFENEZESEEANT PEMFC 1, £3%F Pt IR/ 4 ™
HEMH,
3-15 A IETLEENTIR-TIEES &1 AwFe,O5 B4LFIA XRD i£E . M
P LLE Y, PR EEE RN AIEEIERILA o -Fe,0; st TIRR-UTIE
1315 & W HE AL TR 5 04 5 A B B T HEUTIE RIS LR, BRERELE, 1E
XA XRD EE SR ERMEBESNSFERTSE, R Au i TFEETHE
HiE L, TR, FHRSRTEEST am!0,
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3 E AwFe,0, 4 MIH l & B H A REDF 5T

30 40 50 60 70

26/°
a) CP; b)DP

B 3-15 RIS AwFe,0; 4L XRD &K
Fig. 3-15 XRD patterns of Au/Fe,O; catalyst prepared by different methods

2 3-5 RFRITHRIFAGIIR- UL & H AwFe 0 HEALFIRI XPS ZIHI 45K

& 3-5 Au/Fe,Os fEL AT XPS 4478
Table 3-5 XPS data of Au/Fe,Os catalysts
p p thod Au Fe O Au/ Fe
alio e1no
reparahioiim /% /% /% /%
CP 0.18 31.78 68.04 0.57
DP 0.06 30.91 69.03 0.19

HEPTUEFN, FHREEHIEH AuFe,0; 1LH, R Au TEIT=H
R E, AwFe BT ETHA 0.57, RILHBEFH CO EHEEFAFHE. TR
V-VETEHIR B AwFe,0: BALF, RE Au LESEBANEIK, AwFe RTED

AN 0.19, HZPrblRMBUBKN CO mEMEIEN, WREBNNRE

Au TTEEBREAE X,

Y B CO RIEHES

K

ARFHREE Au #40F L CO AL, BRI

i, AuCEEBIE, €8 CO HARMMENRE

tEb o, B CO HUERER.
BT R, AR MR- DR R o] LU & BN B D . ®E Rl

-45-



BRI RZ T E SR Y

HAm¥gaghs Au I, BIIR-TTEEEBIE B AwFe,0; AR Au TR
HBITE, 3 Co EHFEURIE. UTR AwFe,0; EALRHRAILITIRE
5 o

3.3.2 M AR AvFe,0; 1L FIMEER &M

IR T R AE, TS & AwFe,0; B4, T4 A =FiE A
EME. RMERFFIE. EERHEET, E—EWREH HAuCl, FITHERE AR
EWE, TMEREBOKERSD, HhIFEINEegulary: 14 5BEHIK R INH
HAauClL MBS E-SWE, A RInMEGnverse); [RE N HAwCl, FIGHER S
IR AR BRI BRI R8T, M4 I (co-current) . = 5 VR AR
FEY % 3mL/min, %5 pH 5597 8.040.1, RNERE, 2 30min,
HE 4h. BUUEITE, ARAEETRESEE, SOCET TR 12k, F& 300
CTTFEShERE 4h, FEA B, HEE 0.20~0.50 mm HBk. FIEYT Aul
Fe BE/RECA 1.5:100.

F 3-6 M7 R AwFey0s fiAH I R AT BE AT S
Table 3-6 Effect of different methods of reagent addition on catalytic performance of

CO selective oxidation over Aw/Fe,0; catalysts

Reaction temperature Reagent Xeo Xo, Sco, Ceo.om

/T addition ! % ! % /% /%

regular 100.0 75.2 66.5 —

40 inverse 814 73.5 554 0.19
co-current 100.0 75.6 66.1 -

regular 944 759 62.2 0.06
80 inverse 79.9 74.7 53.5 0.20
co-current 94.1 71.6 65.7 0.06

Reaction conditions: Pressure=0.1MPa, Space velocity=]4400h"

IRl A AwFe,0; BT EL CO RN BEMERERLE 3-6
Fig. MNEBTLEY, ENERSFREFNENELAREERESHES, &R
Tk A B R B RS Y Rk R4 . 78 40°C LRERY, CO B EITTIAE] 100%,
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383 B AwFe0; AL AR HIE & ILEERERH ST

EREMEE 65%Ll b, XEMZBRYEETLHE PEMFC SBBSEdENE
k. RN & R EATIE 40°C R, CO B ERLER, HFE 81.4%, H
R R R BB H R SR ) AwFe,0s fELTIE .

B 3-16 & =H TRk H 2 E & 8 AwFe,0; 4LFIH XRD EE. hpdaf
R, BEAFIESNSESEEIN o Fe,0; MRMERH . HIEMENFRIE
& B TR B P R E MBS OFF T SE, RSN FEESBES K
£, FRERTEADT aam!P, TR IniEH & AT XRD EE E, BN
MEE A& a-Fer0; MIRTHIES, EHIMT B Au (26=38.2° [Au(l11)];
20=44.4° [Au(200)]) FIFFHERTH M, 1 Scherrer A4 AR Au(L1 )BT E
A, SFBAFH SR/ A 6.3 nm.

B 3-17 & IEiEF R i sl & 5 AwFe,0; 7K TEM BH . MNEBF
TUESE, EEHEMBLTTEBRRD, FHREA 2~4 nm, HLIEE
TN B A B B o-Fe,03 b, RINVESI& RO F R £ Bk B ok,
FHFIRA 5~Tom, FHERMEETEE, X5 XRD HRER . &
B AR ERAESEENLE Av BRI, HTERTEETINR
RitEgE. Haruta YCAP, AR A BMEEYE, SR TFEIUMELERE
S, EXHBETRENSR.

it AwFe, 0y EALFH R IEINERI % .

20 30 40 50 60 70
28/°

a) regular; b) co-current; c) inverse
B 3-16 FE0ET RUHHE B AwFe,0; fELH XRD #EHE
Fig.3-16 XRD patterns of AwFe;0; catalysts prepared by different methods of reagent addition
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PERIR Tk K T #4240 103

20 nm

o EITTT

a) regular; b) inverse
B 3-17 R R B1E B AwFe,0; 467 TEM B
Fig.3-17 TEM images of Au/Fe,O; catatysts prepared by different methods of reagent addition

333 EHEEI AuFe,0; LTI FNT

BRI RHFEE AN, T HEE Au BRI CO ER N, BMMEY
FrREH CO KEHF L. ERFHID. 2R SERBBERIKER, &K
HEZEM Au 1L CO PR AERE.

AFH&E T AASRREN AwFe,0s LA, FTEEAHETF CO Mk
HEMRRN, KRERNE 3.7 Fir. HRER, EFREENSEAGT, 2
4l FeyOs TolhX CO EHBMAM R EEFAEILFENE, 7 AwFe0; LR
EESATE CO MEFRFIERFBEMERNEENE. XRARMIER
hLREWF, 3 B R EM R MR AR AuFe,0; LT fEH RAHIEN.
HFAER—NRERMGEENLT, CO FUARMBERNBENART TR, 0,
HUEMERNBEMEMELARE, WE 70%LSE, EHEENMRNRER
T R RS . WHAT AwFeO; EAFIEEF FEMN CO EHEHE
RN, 7E40°CH, CORULEMERRBHWMMEA, JBENHEH15%
i, CO HLEER 100%, O B b RpEH & ABRBHIRI MM TRA, HEREN
B Y CO BLEMLMEMET . FUFIRFEERE RREAIRINTERS,
KRB TFEERBRTRRS B SNEME LT LB MES.
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538 AwFe,O; HEAL T BIE B L0 RED 5T

% 3-7 &RREN AuwFe,O0 BRI 1 Ak 11w
Table 3-7 Effect of Au loading on catalytic performance of

CQ selective oxidation over Auw/Fe.0; catalysts

Reaction temperature ~ Au loading Xeo X 0, Sco, Ceoom
/ C /% 1% /% /% /%
0 - — — 1.00
0.5 82.3 71.3 57.7 0.18
40 1.0 94.7 72.5 65.3 0.05
1.5 100.0 75.2 66.5 -
20 100.0 754 66.3 -
5.0 100.0 75.2 66.5 —
0 — — - 1.00
0.3 76.2 69.6 54.7 0.24
1.0 88.1 71.9 61.3 0.12
. 1.5 94.4 75.9 66.2 0.06
2.0 89.5 12.2 62.0 0.11
5.0 §7.0 71.8 60.6 0.13

Reaction conditions: Pressure=0.1MPa, Space velocity=14400h"

B 3-18 A FRF& NS BN Au/Fe,0; ALFIF XRD £  WET A LLE H,
LHBBEBL (0.5~2.0%) K, M XRD%E LM EHRIETTHE, —7
WAt R F &S EBRK, KT X SERATHUMBEBAR: H— AL
WF 4Bk, HEEOBERE Fea0; b, BEHFERE. S&NHE
3 5.0%0, WBLT HB Au (26=38.2° [Aa(11])]; 26=44.4° [Au(200)]) HI%F
fEAT4TIE, B Scherrer 2 IHETH, EFHMFHER KDA 6.40m GR
#AuIDREFE) . AXRDEE LETUES, BHEEABENSEND,
HANATHIEREREHBBNRIL. REEESARENEN, €83
BEK, ANSFHNEEHRETEENRLERE. &08EN 1.5%H,
AWFe;0; BALFIRMM SER MR, Bagmmnes®, BRELNERET
SYFME, HAEETOHENES, BHTHSSFENREEKK, #R
MR EEREAER AT, BEERAHIE .
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g /RIR Tk RET EM-EF Mg

® Au’
YX Ya-Fe.04
f
y ) v | y
A foo
- ML I Jie)

26/°
a) 0.5%; b)) 1.0%; ¢)1.5%:;d) 2.0%;e) 5.0%
¥ 3-18 AR&ABER AuFe,0; LTI XRD i
Fig.3-18 XRD patterns of Au/Fe,0O; catalysts with different Au loading

3.3.4 STIEFIF RN Au/Fe,0; L FItEEER 20T

4B NayC0;. KoCOs. LipCOs; FINHY)CO;3 4E A TTIE IS & AwFe05
L], EHEIN CO ERFEHEARMNERFIZR, 4RUNEK 3-8 Fir.

2 3-8 ULIEFIFNEST AwFe, 05 M40 5 R 1 BEF B0
Table 3-8 Effect of precipitant on catalytic performance over Au/Fe,O; catalysts

Reaction temperature o Xeo Xo, Sco, C o o

/ C precipiant ! % /% ! % ! %
Na;CO; 100.0 75.2 66.5 —

K2COs 100.0 75.4 66.3 —
0 Li;COs 100.0 75.1 66.6 —

(NH4); CO; 96.4 74.7 64.5 0.04

Na,CO; 94.4 75.9 66.2 0.06

K2COs 94.1 73.5 64.0 0.06

*0 Li,CO; 94.2 72.9 64.6 .06

(NH4); COs 86.3 73.7 38.3 0.14

Reaction conditions: Pressure=0.1MPa, Space VE]DCil’)"—‘l4400h-l
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# 3 FE AuFe,0, AL AR H & R KL EEBIR

MERFATELE N, Bl NayCOs. K;CO3. LixCO; ATTIERIH &R Au/Fey0;
BALFIXT CO EHFEHEM RN AT KBAERMENEETNEFESE. £ 40CRN
B, CO #HALZIATILE] 100%, EEFEMEANTE 66%LL £, 7E 80°C MK E AL I
EAME. HWNTE, UNH)CO; FEATERIGI & AwFe,Os LT AT
&, £ 40°CH, COHAILER 96.4%, HEMHIRE T H e =F#EMLF. 80T K
NBF, EHEE. DUFEER AwFe,0; L F A NayCOs HITVER.

% 3-19 A AEIRIE T &K AwFeOs EALAR) XRD iEE. HE®TTH, R
RIPTEE RIS & BT R Z 300°CRERRE, SEHIRIA a -Fe,O3 sAABL Y,

HEGTHERERE AR, ELL Li;COs. NayCO;. (NH4),CO; AYTE &K
AwFe,Os fEALFIH XRD EE E#®RE WMBIS IS EATHIE, RPFEFITH
B /NTTEE/NTF 4nm, FEESEES A E. L KCO; APHERIF] & FI#ELL
il XRD i EEHHI T BRERFERTH I, B Scherrer 20 AR Au(111)
SmIETE, &Rk ANK 4.7 nm, HMTES, S&ERE K. BEAENSE
BskE, BL KCO; BITIEFIEIE N AwFe O3 TR TERE TE =M CO ik
VEME, T LL(INH.):CO; HITIEFEI & B AuFe,0s LK, SFUREN, CO Fib
EMEHEIE . W AuFe,Os AL RIFEEA N E S M KADFE R, BEHETEMN
=L R

e Au’
Yy ¥ a-Fe O

20/°

a) LizCOg,; b) NEIgC03; c) (NHq)g CO;; d) KgCO;
B 3-19 A EILIE I # 89 AuFe 0 4L XRD i
Fig.3-19 XRD patterns of Au/Fe;0; catalysts prepared by different precipitant
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RRR Tl K& T4 4rie

XTI H 2 B AwFe, 05 EALFIRE M THEALRIIT T XPS 941,
ARG R R 3-9 Fim, REPM AHNKHEBET.

# 39 AvFe,Os LA LB SR M TENTE
Table 3-9 The alkali metals content (%6) of Auw/Fe,O5 catalysts

. Au Fe O M
Precipitant
/% { % ! % ! %
Li,CO4 0.18 31.82 68.00 —
Na,CO, 0.18 31.78 68.04 —
(NH,), CO4 0.18 31.79 68.03 —
K,COs 0.17 31.86 67.95 0.02

MEDTTLUEH, EARMNGESAET, SRAESTEXESERS
A B HIZE . L LizCOs. NapyCOs FHNH.):CO; A UTIE FE % ) AwFe,0, 1k 7
TREMMB NSILT, —FHURERETREIEAS, FEBEEETS
B3 %, A —THAREEHET X HEtBFaE00d Na M LTS S KB
. Lh KoCOs i1 4 i AwFe,0; L FIZRE LR TIF T K BT E.

Hoflund % A5 AwMnO, 551 % 8T, L F PR FE A& /8 55 F i Na™
K Li'% CO E4LiG MR RMER. Hitk, TLUAN, £ TESEBIENE
1, LLKCOs AUTIE RIS & 1 AwFe,0; LT, BREFFRTIEA, HH
FHARRRT K REER, PRRBREMELERE.

3.3.5 WRERIEE I Au/Fe,0; tEILFIMERERIS I

BB EEATR SRS R, EgEnitadfe, 70 E N
WL F S SRKTER AT, F BN EMEEES, RNEitEs
MEGRIRE, £—wBET, BHSERX D, ATERELTNAEMR. kX
. EREURAELEN, FEHECRNIEE. S MELNRELE
EEENERER., A HEAERTHERRERN AwFe0; U RIMLEH REL
CO EFHMFAL M RERNE ™, /8 XRD. BET. TPR. XPS fi TEM & £%#
ST F BRI ELFGHITRIE, HXBEARDILEHRELEERXR, B
HHF CO BEM AR N AwWFe,0s ALK BERERE.
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B 38 AwFo0; fELRMHEE B R

F 3-10 BEREX AwFe,O HELT R B 1 HE A
Table 3-10 Effect of calcination temperature on catalytic performance of

CO selective oxidation over AwFe;0; catalysts

Reaction Calcination
Xeo X 0 Sco2 Croou

temperature  temperature

. 1% ! % ! % /%
/C /C

200 87.1 61.1 71.3 G.13
10 300 100.0 75.2 66.5 -
400 100.0 75.9 63.9 -
500 26.3 20.9 62.9 0.74
200 81.0 736 550 0.19
%0 300 94.4 75.9 66.2 0.06
400 87.4 13.5 59.4 0.13
500 20,7 18.9 54.8 0.80

Reaction conditions: Pressure=0.1MPa. Space velocity=14400h"

AR 3-10 PATLLE L, BEEEEX AwFe,0; 4L 2 R BEH 1R K0,
By 300~400TEAEE R, 75 40°C, EWMHMEMUIEFEE, X CO &3
100% 5156, 200°CIREBME LA 230 — 2 B MRAEY, BERRURAEE,
O COSEER, 158 0.13%M CO REER: 500°C R FEr LT R R A2
HE TR, 3t Cco REFTTAENER. KH AuTFe0; BURITFLEEETL
PR, 300CHEBRERMT COBEtaMLRE.

Bl 3-20 7 R REE A HITB B AwFe0; LIPS XRD & E. AEF
LB L, FREERR, BUFMGASIWERXHEN. 200 CEEREL
FIEHEMN XRD #7506, HUMRAFIITERBAFLE, 300C. 400°CH
S00°CEEEI AL, B|AEIN oFe,0; KFEATHE, REBREARY, 17
shiE A B, BETERE. WHKESERN, RENSRERE, T
s RATETIE, RIHEEVRE. MESFRENRES SEENbTERN
AEH" (Ferrihydrite, Fes05(OH) 4H;0) #{L4 o-Fe,05, HEMLFIGBER, M
wAsk, MTTAEATST EARAEESR, MRS, BANEREERS. £ 500CH
£ AwFe,O5 B ILFIFES M XRD EE EERE R T LR KFFETSE. b
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R —

Scherrer 23 T E AT &1, & A RFH @R F 5 A4 11.7 amGRIE [Au(111)]
mmEitE) .

s Au°®
ﬁ ¥o-F 3203
vy v‘r
L‘"“P\-WWJ \S-W.,J uﬂbw I Ld) ]

J
L e
k-@p@&@.

e B

L 1 1 L

20 30 40 50 60 70
268/°

a) 200°C;b) 300°C;c¢) 4007C; d) 500C
B 3-20 FEHEHHRE N AwFe,0; LA XRD i
Fig.3-20 XRD patterns of Au/Fe;Os catalysts calcined at different temperatures

# 3-11 HAFUSFEE 1 AwFe05 AL TR EL R AR FLEFF LR
RS R.
F 3-11 AuFe,0s EWFMIILRE R, AAAFHLBHERER
Table 3-11 Results of BET, total pore volume and average pore size of Au/Fe,0; catalysts

Calcination temperature BET Total pore volume Average pore size
/ C / mz-g" feeg! /nm
200 132.52 0.23 8.94
300 79.34 020 9.56
400 54.04 0.11 9.73
500 22.890 0.05 10.02

B 3-11 T, MEERRENER, AvFeaO, TN LRTRRRERE
1%, LAMBEZ WA, FHILEREEA, ERAFAE, h XRD WELERA
m, RERETE, SENSRERERN, BETHRGRES M3
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% 3 F_AwFe0, BTN EIE R I B

- [R5 8548 8 I 1B £ AwFe 05 EALFUE) TEM B A B 3-21 Fior.

20 nm

a) 200°C; b) 300°C;c) 400°C; d) 500°C
B 3-21 T EHE IR AT AuwFe,0; fiEALH TEM BT
Fig.3-21 TEM photographs of Au/Fe,O; catalysts calcined at different temperatures

AEAR, BRERETR, REMERDNERTHRDRITHEAES.
200CHEBEHBLT, BELSHER, REFPHSHT. BERRRED
e, BANEREERSE, FREEMK. 7 300CHEEN AwFe,0: 1L
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BRI RFE LEBEURY

K TEM BE L, BeEHMEEE] Au U FHIRAD, Au BRFH% 2~4nm,
FUR B RE S MERAE L. A 400°CH 500 CHEREL AwFe,0; EHLF
1 TEM B LR VB S, Au Bl — R, XERELRES XRD #HL

o i

FI A XPS AsE T A R E BN AwFe,0; BHAIMRETEAR,
ERmE 3-22 1K 3-12 iR, ME 3-22 FRTLIEH, XPS A RIE Na f
Cl B1fe7e, XiGBRERAENGETRED. FHT NayCOs tENIREER,
SHRHEBEYPSIATES T, BHTHRERY, XFANBEFIEAR, ®F

EE XPS MBRERHIR. HUFIRE X EFEE Feu O M Au =FMTHE,

Smnsg TEM—H

Fe2p O1s
5
-]
£ A Audf
o
[} Fels
£ e X Fe3p
Auﬁp/
800‘700 600 800 400 300 200 100 0
Binding energy / eV

Bl 3-22 Aw/Fe, 05 LAY XPS £:i8(300°C)
Fig.3-22 The survey of XPS$ for Au/Fe,0; calcined at 300°C

% 3-12 AEHESE M AwFe,0; 1E4L A XPS i8R
Table 3-12 XPS data of AwFe,0; catalysts calcined at different tempetatures

=%

Calcination temperature Au Fe 0 AuFe
/C /% 1% /% %
200 0.21 31.49 68.30 0.67
300 0.18 31.78 68.04 0.57
400 0.16 31.51 67.93 0.50
500 Q.08 31.62 68.30 0.25
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5 3 8 AwFe, 0, AL IR HI& BILEERERFST

AE 3-12 RAEUEH, TREFEEEFEHN AwFe0; BALHIT AwFe
BTFEAUEBERTIEYF AwFe RT AL, HBESLTRG &SR
F, BHRERGZEETHIRED, RETEWHRRNS . BEEEEREN
B, BENER A TESERK, AwFe BT H SN 0.67 2% 0.25,
BREHTFHEEIEVEHTRETERES, EHEANETNDEMONSH LD, #
BRELFIRT AwFe EFEA LT RE.

HT AN SRRSO NEFERES, ARSEER FER0
AwFe,0; 4L FURE Au TTRFIT T XPS AR, & RwE 3-23 Fror.

lntens:!y fau
Intensity / a.u.

J. 1 1 i d ] 1 i1 1 1 1 1 J
90 89 B8 87 86 85 84 83 82 90 B9 83 87 85 85 84 83 82

]‘—* . Audfsy d) i
¢) ‘ A
Au4f7n AU4f§IZ

Au4f5;g

Intensity / a.u.
Intensity / a.u.

L

9 B9 B5 87 8 65 84 83 &2 o0 89 88 87 86 85 B84 B3 62
Binding energy / eV

a) 200°C; b) 300°C;¢) 400°C; &) 500°C
323 RERZIBEM A AwFe,0; f4LF] Av 4f XPS EHE
Fig.3-23 XPS spectra of Au 4f for An/Fe;0; catalysts calcined at different temperatures
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M8 RIR Tk K T8 LW

———

MEDAILIE Y, S MELFE XPS RE EHEHEE, 4MEET
Audfy, F1 Audfspn, BRI SEEE, X H Gaussian-Lorentzian X} Auv4f;,
WS HATSEHIE, BEREEL Audf, (840eV) AB%. HREH, 200
TN AwFe,0; ALK, EMHBRRXEUEREMNESTEES, EHIE
DEESHRATE. ZURABBEAN RS AvFe0; XA, BT
BB R P ML, FRABENENEIRPRERLREER H
BEERNAEFELESSEBELNIRES. BESREENAS, Auvsf
SRR RY, FEFMERESEFEME, 00CHEBMNEANTERY
BARR & Audf BUEFITIE (558880 83.9ev F0 87.6eV) , HHATEMIEHBERT
SMHEFZLBELYEES. 400CH 500CHEEER AwWFe0; {LF, &9
HAUBRESESFLE.

TPR 2L S E BN EAFZE R ENFRZ —. AT ELTA
0 335 T R R LA R A A AL e A R R, A IR R ot R p AT LA R B
WA 42 B BIAR BAE . R34 BI% Fe,O5 BARFIA FlEE Feil A 72 /Y
AuwFe 0 ALFI#ATT TPR ik,

B 3-24 3} Fe;0; (300°C 1542 #H 42 TPR Eit, MEFELIF Y, 4L Fe,0,
HAKH TPR B BERMEIRIE, 2087 395°C KRS IREMZE 660°CHY)
B B, BIE VB A Fe,0:—~Fey0, WL [RUE, JFE VIR A Fe;04—~FeO—~Fe
BRI, HAiEE R i LT K TRET R .

Intensity / a.u.

o 100 200 300 400 500 600 700 800
Temperaure / 'C

B 3-24 Fe,0; (300°C) I TPR Ei¥
Fig.3-24 TPR profiles of Fe;0s calcined at 300°C
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3 3 8 AwFe,0, AL R & B KA RERHA

AR RS 4 8 5 B 1 AwFe; 03 HE4LFIET TPR B0 R 3-25 FiR. BB
W, 200°CHIEM AwFe,0; AL, EFEFZ=/EREE, MEEIFEEK
Shoa i (220°C) . B (270°C) M v 8 (555°C) : 300°C BL_EJEHEH) Au/Fe,0;
AR, «BTEMWEE, ARUBHEAY B IERE. MESHEENT
B, EEEHA B ENREERITE, 500CEEER AwFe,0; 4N, BEE
W% 345°C, YIREEER 600C. 44 XPS 48R, Ak « BEREREN
BEMEEF I, BIEN FeyO;—~Fe 04 FIMEIRE, v i3 Fe;04—~FeO—Fe )

[l Fe,O, #4080 TPR (@ 3-24 i) HEL, AwFe,Os LTI B UEFD v
WRP\BHAREBFNERET LS, Ll 300CHEFEN AwFe0; LA #,
BT [EIEH 300°C, viRRIEHR 570°C, TRBER Fe,0: ALK T K
100C, EERLERHMRATRELFREERMBBRERE. XEY
AWFe,0; BALTIF &7 (BASRPHEE) WEAESGMEREREREET
BAKEY, THEEHTEYHEIEET Fe—0 &, HREANEFERTERME
#IB0, AuFe,05 ALFIF Au F Fe,0s Z MR AT BRI EMEA, HMEXE
T AwFe,O; HFFEHEBAYHIEREET, FERESTHMEEHET CO

22 R A
_ﬁm
M

b)

¥

p
a a)

Temperature / C

a) 200°C; b) 300°C;c) 400°C; d)500°C
B 3-25 TEEHRIRE I AwFe,0, #4075 TPR B
Fig.3-25 TPR profiles of AwFe,0; catalysts calcined at different temperatures
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R RR TN KFETFEE L FMIRT

3.3.6 TRAMERF3T AwFe, 05 HE 1L 5714 BE Y S M

MV E AR X R RE AR, AR BIE) Auw/Fe,04 EAGHIHT
AT 300°C 4 MERFRISHR T (10%02/He. He BLK 5%Ho/N)#E T TRALE 4h,
H HESFAAPEREN AwFe,0; EAAITILER, RIr&ERWE 3-13 frox.

% 3-13 TR AT AuFe,0; fEALFY R R 1 BE AR IA
Table 3-13 Effect of pretreatment on catalytic performance of

CO selective oxidation over AuwFe,0; catalysts

Reaction temperature Xco X o, Sco, Ceo.om
/ Pretreatment o o o Lo
none 100.0 73.2 66.5 —
40 10% O,/He 100.0 73.5 68.0 —
He 96.0 74.5 64.4 0.04
5% H»/N> 95.4 95.0 50.2 0.05
none 94 .4 75.9 66.2 0.06
10% O,/He Q4.7 71.1 66.6 (.05
%0 He 00.6 84.6 53.5 0.09
3% Hy/Np 79.2 96.5 41.0 0.21

Reaction conditions: Pressure=0.1MPa, Space velocity=14400h"

% 3-13 5 AL, FALE T RAR, BTN AwFe,0; BEAFIEHERRKER.
H 5%H/N, S5 FA B ek H, co FiFEmmEFEHEMAMNEE, &g
10%0,/He SR T b3 R FTERERS T TES P EREAHILT, He AT
A REFITEREH R R E

3-26 HARRSFA T ALK AwFeO; EAFIR XRD #E. HEAH, K&
T2t 5%Hy/Ns SR T AEMEILHR, BERMA FesO4 BMABLUSL, HEHELML
AL RN o-Fe,05 S, BHHIERERELRRE. £1d 10%0,/He F1
SEATABHRES, BENMBEFREHFTEHIERIE, T2 He Ml 5%H/N,
SEFARIEIR, 7E20=382° LB WA EEEH, REeTEY
EESFANEESFLEERAETER. FIUEELRRAAT T 5%H/MN,
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38 3 B AwFe,0, fif 44T 8T H & K L4 REBH 9T

¢ ® AvY
vﬂ.-—FEzOg

¢ F'3304

20/°
a) 10% Oy/He; b) air; ¢) He; d) 5% H,/M,
/ 3-26 AR TAER AuFe,0; #E LA XRD 1% B
Fig.3-26 XRD patterns of Aw/Fe,0; catalysts pretreated at different conditions

SETAEMEWF, B Scherrer AR [Av(1ID) e EHHE T, &danktl
KN 9.7 nmo

B XRD i B w740, £33 He f1 5%H/N, SR T B AFEAR, SRR
AREENEK, BRI E —ErHEENE, XBEA T T AwFe0; E1L
K CO BEMHELRMN, RN ANMEZEMELEERNE—TTE, BFL
E4&m S84 B EERXN RS CO AWNFEEEEREERN.

G4 3-10 FIZE 3-13 M E B, WA TEES &P CO B {en
AuFe, O AR, REAZTSY 300CHELE b, TREECHTEESLEMS, X CO
(= B 3 LB AT % & PEMFC X AR S B4 g B Kk,

33.7 S EFLEN AwFe,O; B FItsER I

AETHHEETRTSEEATNEE TRES EEAMNES. BKR, AT
AR E. BTFAICKRA HAuCL ABREHEE AwFe,Os LT, HkH
NEZEEETFHSEEARERR RN,

AREEFEEYN AvFe,0; LT, Bk o ENAMNTIE, 23R
Y] NaCl %2 30min /5T 300°CEEH173, #@iT XPS M EAFIRMTE
EHEEFESEHTIR, S820% 3-14 fis. R0, BEEERTH
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Me/RTE AL K Tl

BTEENEN, ExHxSTEEN TR, PInXSBEERE TS ERNBING
EHEN.
R 3-14 AvFe,O; LTI T E SR T ERN S B
Table 3-14 The Na and Cl content (%) of Au/Fe,O; catalysts

Code Au Fe O Cl Na
% % % % %
1# 0.18 31.78 68.04 — —
2# 0.18 31.96 67.70 0.05 0.11
3# 0.14 31.99 65.74 0.27 1.86
4# 0.09 31.80 63.45 0.51 4.15
# 3-15 M E TSR AwFe,0; LT R M2t BER) B2
Table 3-15 Effect of Cl content on catalytic performance of
CO selective oxidation over AwFe;0; catalysts
Reaction Xeo X 0, S Co, Co.0u
temperature Code
/o ! % ! % ! % ! %
1# 100.0 75.2 66.5 —
2# %0.0 774 58.1 0.10
0 3# 21.6 133 81.2 0.78
4# 0.06 0.03 100.0 0.94
1# 94.4 759 66.2 0.06
2# 84.3 77.6 54.3 0.16
80 3% 20.4 13.1 11.9 0.80
4# 0.04 0.02 100.0 0.96

Reaction conditions: Pressure=0.1MPa, Space velocity=14400h"

#3-15 EEE T & BN AwFe,0; EAH CORFEMFM RNV ERNE WS
BoONFPIADESY, MEEETSENEMN, CO HUEEETHE, 7F 40C
B, CO LB HIBERM 100%FEE 0.06% (EAFJLFEARR CO BMHFENE
F AN RS EAFFEET2 T HEEEATSI&TET, KRD
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%3 B AwFe,0, AL RN B & X HAL BERT ST

BT4EE, BUARNERRIILFLE RN EELBREEET.
AFRFE T8 EH AwFe,0; ELFIHI XRD R4 R0l 3-27 Fior.

\ 4 ® Au’
¥ a-Fe,0s
IR
\J d)
JJUW

20 30 40 50 60 70
26/°

a) 0%; b)) 0.05%;c) 0.27%; d) 0.51%
A 327 AREEET&EH AuFe0; LRI XRD % H
Fig.3-27 XRD patterns of AwFe,0; catalysts with different Cl content

ME 3-27 BJLLEH, |E TRFENEAAREN RS RS LR
20, BB EIN o-Fe,0; fHiH. JHEBETHERME, 1 1#8 2#ENL
%, XRD R FEAFEHREHEHE, BEIARTFSENEM, &»ild
20=38.2° Fl 26=444° SHINT BFESHITHE, RUAETHFERET 2
S FRAEE, £BRE K. T 4R 4HENT, B Scherrer 2R
[Au(11D)]SEEHEAT S, £&AKDAAA 9.7 nm A 11.4 nm. &5 XRD
MR R, A HEEFHELEF AwFe0; BTN FEESMAETF CO &M
S RNERETRAORRE, —FHEHTHEETFLETHEANREREES O,
B—4E, &FRECERESBEAEEREN—-TREERER.

34COEFEMEURNIZEHREEE

AR ENBREHE N TFEEASHKF CO BRERNURMAT HE
PR EE R AREALR], BTUCRMBEEX Auw/Fe,O3 ALK B & T E&M4HTH
M, FBULAK CO EEMEMMRNHTZ&AHTRM, BELRENK

R T Z %A%,
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MRR T RET EW 208X

3.4.1 RRGREX Auw/Fe,O; LI ERERY B2

EEEAAEN CO ZBFMHANMRMRARFTFEFRMHITHRM, 773
TR AT

2CO(g)+ O2(g)~2CO02(g) (3-1)
AH =-283.0kJ - mol™
2Ha(g)+ O2(g)—2H,0O(g) (3-2)

AH = -241.8kJ - mol™
MERRNARTTLUESH, B RNIANEBRREN, RN ELA
PERER IR AR M. RNEEXN AwFe0; LA L CO EFHMHF MR
i 25 B K 3-28 s

100 F =0,

80 + e

8>
O
1 L]

—e— (O, conversion

0, conversion / %
CO conversion / %
Selectivity / %

5

o

k

—m— CO conversion
— A — Selectivity
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o
I
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Reaction temperature / C

3-28 RWREX AuwFe,0; fE4LFIEEERI =2 ME

Fig.3-28 Effect of reaction temperature on catalytic performance over Aw/Fe;0O4 catalyst

MNERELEH, O BUEMEEENASRERERETN, #E 75%
EA. CO BB MEFEMMERENMMTB2 LA THEYS. BFRIFTTHR
BEAREL Fa b Pt R CO —BKFET 0.01%, FERBI B TIERE (807C)
B, EANBERHBRERN CO ik, BHO CO RENRRE, NaRHE
B3R, A AvFe,0s BRI EZREESFH CO, RNMEME 40CHLE S
&, COBALER 100%, HNEIEEN N 66%.




5 3 B AwFe,0, gt B H & R AL REDI9T

3.4.2 BT IEM Av/Fe,0; LTI BERYZ2 N

A HHER CO EHEMBUNTENAHTEERFRERHIEESE, o
DIESKEAFIEREN T ENBE AR TR HEILEGE. EEIARFP R,
AwFe,0; ELFTE 40°CRY, X CO BF 100%MEE. FIUATEHEE %
#TF, BEESATESEBETERENEZW, SRME 3-16 iz, HERAW, 5
R e, O BLETUAEE, BE TR, CO H{hENEEIEME
SESHMEL TR, F#E8HO CO §88EMm, Xk h TS E%E
i, RNSAESEAFINEE ERD, RNIRARSSES KNS

% 3-16 SETET Au/Fe, 05 fE b1 2 B2 1 BERI R R
Table 3-16 Effect of space velocity on catalytic performance of

CO selective oxidation over Auw/Fe,;04 catalysts

Space velocity Xeo X 0, Se >, Ceo.om
h’ / % /% / % /%
14400 100.0 75.2 66.5 —

28800 04.2 74.9 62.9 0.06
43200 86.5 73.6 58.8 0.14

Reaction conditions: Pressure=0.1MPa, Reaction temperature=40C

3.4.3 CO, 1 H,O 3 AwFe,O5 1L 7T 5E Y 2201

Ul ERSCe 4 R R EEMEES AR R EE, B CC, i H0 #y4
HTHRBH. Lirt, FREEESAPAMEEEHE CO,0H H,0, BFELES
2 CO, 1 H,0 St AwFe,Os AL R NERERI 2. 3% 3-17 AR HF M EES
B A CO,. HyO BLRFIREA CO, F1 HyO B AL BRI 45 2R

MF 3-17 DAJLLE N, BEESFMA CO;: BERET CO MIFEALTETE,
CO #4hF B 100% FHEZE 96.3%, XAJgE2H T K8 CO EREEILTRE,
2 TEAAIREEET O RNYRRMN. EFEEEREEREK SELNER
SH, TRT 13%. 2R EESTEA H0, 7 CO EimtkFNALR
BRTF, SBNEEE, ITEEEN H0 MEERKT H, EMHEE, £
18 O, PN EER D, EBHIERT 71.2%; RIF#EET CO M H0, CO H{LEM
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PR T A T L2510

BN EHE CO, 4R, EMEE, BNERTEMEESREATIREL
PERE

£ 3-17 CO,; # H,0 Xt AwFe,0; LTI R N BEH) W)
Table 3-17 Effect of CO; and H,0 on catalytic performance of
CO selective oxidation over Au/Fe,0O; catalysts

Xco Xo, Sco, Co.0m
Gas composition
!/ %o ! % /% / Yo
Idealized reformate 100.0 75.2 66.5 —
CO; 96.3 90.3 53.0 0.04
H,O 100.0 70.2 71.2 —
CO, with H,O 97.7 §2.3 59.4 0.02

Reaction conditions: Pressure=0.1MPa, Reaction temperature=40°C, Space velocity=14400h"

3.5 Au/Fe,O; L FIBITa ETEM R

ERF B B R E RN LGN A, IR BEF RFH RN
v, FEAFENERENR. A5 AwFe,0: AT 40°C R FITREEIELT
B R AR 1%CO0, 1%0;, 50%H,, He F &7, S B2 8 0 144000,
Fe S i [E] A 200h, L3R 45 R 3-29 B,

1 O 0 — “"u*“_“_u_’k
| o
B 0 [~ k_‘,
S _ i
= VY —TVYY -~ PYTIY — WOTTY — VOV — Yoy
,E = B0 p \""*'vv—v\.
L
s 2 Ty —vvw
£ 2 ol
S g ~— A—CO conversion
S @ —W—Selectivity
20 |-
i
0 I . i 2 1 A i & }
¥ 50 100 150 200

Reaction time / h

E 3-20 Al.lfFﬁzOg, fﬁﬂiﬁﬂﬂﬁﬁﬁﬁ
Fig. 3-29 Stability of Auw/Fe;O; catalyst for CO selective oxidation
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H 3 5 AWFe,0, LTI B B H Ak AERT 5

MEFATLLEH, AwFe,0) ILFIZERYIN 120h WIEL KA, X CO %
WL BHRGHESEREEE, CoBEN 100%, EEEN 6%, X
W TR ENE. KA 1200 J§, CO BALEMERMEHER TR, RNF
200h T, CO #H4LZEHERIN 100%FEE 74%, EHEMEh 66%HEE 50%.

3.6 Au/Fe,Os TELFIRFR ZRIA R

BUAFRERIETEEEMRNAET, BARMEEEZOERREET
R FREMIILE ., MBFRZ AEARIZi. BE 3.5 WP AwFe0; L
FIEE MR AR S RATE, BAFIELEFH 120h 5, EHEMEEEHEL
FFERERI TR, o0 TEBFRERRENKHZITEDFN . AT AwFe.0;
BAFFEFAINESSURTH CO#ITER, £ ELFAE XRD. BET. TPR.
XPS S04 F B3 RIGHT T R AuFe, 05 ATIBHT MR, B EUTEHE
THRHREEEREE.

& 3-30 4 AwFe,0; A & 1 i F5 49 XRD FilE R .

o AU’
V(I-FE;gO;

20 30 40 50 80 70

28/°
a) before reaction; b) after reaction

& 3-30 AwFe,0, # 1L R FERI 5 B9 XRD fgl
Fig. 3-30 XRD patterns of Auw/Fe;0; catalyst before and after reaction

WEIFRTTLAE . AwFe,05 AL RLRT G RAK R BARE BN E, B
BREAKNEE, REGESRENEERN, GHEEEMRETRE. 3t
b B SRR L R IR A R (£ 3-18 fiR) W4, KA EAFINE
FEH. LEURFHLREMTK, B—FRUAT Fe0; REERRIEH
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FURR TN R¥E T2 L2 0nig

RUBBEN. REIMELRN XRD % E -5 00005 2 5 4 AR A7 5,
EREASFRR S, F84THERE, WRMNE XRD EEFE 26=-38.2° f1
260=44.4° LeATHT IR SR R 1558, X IFR B S M [Au(11 D] HM[Au200)]5
S MEAT SR B, R RN TEES B EBRNERNERETRET
BET K, b Scherrer AFARB[Au(11 )] RAMTH A, HEH 6.9nm.

& 3-18 AwFe,0s EALTI R I AT I L RTEH . FLERFHLBHAERER
Table 3-18 Results of BET, total pore volume and average pore size of

AuFey0; catalysts before and afier CO selective oxidation

BET Total pore votume Average pore size
State - 4
/g lceg /nm
before reaction 79.34 0.20 9.56
after reaction 73.13 0.19 9.69

v ERIS106 Smrki MR Au B ALF] CO RN SERE,
BES AR SRR Av BARAETREENETR, CORBEERSRHT
TR RMEFE R, AABRESHAERT Som. AILER, £BREE
B SRR AR AuFe,0s LT COEEMENFE THRNH —TEERRA.

B 3-31 iy AwFe,0; fE{L T N FY /5 /) TPR B .

b)

a)

0 160 200 300 400 500 600 700 800
Temperature / C

" a) before reaction; b) after reaction
& 3-31 AwFe,O; LI RNAT/E K TPR B
Fig.3-31 TPR profiles of Au/Fe,O; catalysts before and after reaction
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33 8 AwFe,O, AEM IR BIE B AL 6RO 0T

M 331 BB LB Y. RGN AwFe,0; LRI R E B M ERE (f
BITFEE B AR IEREY) , BIEIRER Fe0—+Fes04 BT R, v IEIH
JB 9 Fe304—~FeO—Fe (i RIE, K8 RERA T HET RIEmRMHARE%
BHE. RNEHREEFS RFTREATBE, B fl v MPNETHE RBE
B EBFREAET AR, BUMERINT 10°C, vi&®in 15C. XH Au MH
& Fe,0; Z[MBRMAMEERERMIETEHRMY, FREMKMEERE
A, R EHTSFEAEESET Auf8iE Fe0; 2 [ KRS M
gy, BUFRLHIM CO RN E LB TE.

Aw/Fe, 0 AL R FIBTJE B9 TEM 8 F i 3-32 iR

gt ) -

a) before reaction; b) after reaction

A 3-32 AwFe,0; fEHLA R W ETFH) TEM B A
Fig.3-32 TEM photographs of Au/Fe,O; catalysts before and after reaction

MEF A LLE H, RAT AwFe,0; AT SBORE /D, FIEFARG 2~4 nm,
3 ULBR T MR B 9 S E o-Fe0; £, BIRIEI A BLEINS: RESE
9 AwFe, 0 {6 & Bk i B 18K, Bl AT HSR, S8R, X5 XRD
fIat gt B2

FIF XPS Xt Aw/Fe,0: BALTIR M AT B IR E X FARBRITHR, FRF
3-19 Fizre.
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ME/RIE TN R T2 40 1

F 3-19 Au/Fe, O ELLFI S AT 5 8T XPS 5+ H7 3U3E
Table 3-19 XPS data of AwFe;Q; catalysts before and after reaction

Au Fe O C Au/Fe
State
/% /% /% ! % /%
before reaction 0.12 21.12 4521 33.55 0.57
after reaction 0.09 16.95 4)1.84 41.12 0.53

HEAN, REEMN AwFeO; BHAREHESLE. BXEMETENM
MEBESRMARMBHEER TR, METRMENSEEESN, REER
AwWFe BETFHAWHRNEN AwFe B TFESLTET 7%, EARERT R
it e W R AT RE, SREHEMERKNSGYN, FRBERNE&ER
LR EE E AP &b XML R 5 XRD 1 TEM FIMlR 45
RHEWE.

ATEFHT REATIEETROERRE, E£FH XPS 3t REH EELT
WRE T EZAMETAERNR, X EARRTTEERNERLERE
1T T 4047, B 3-33, & 3-34 450 AwFe,0; EALFIR N AT REM &G ER
2T EN XPS ML R .

a) b)
Au4f7;2 Au4f7/2
A U4f5/2 . A U4f5{2 _-‘,k '\‘x

Intensity / a.u.
Intensity / a.u.

9089A88878685848382908988873585848382
Binding energy / eV

a) before reaction; b) after reaction
B 3-33 Au/Fe, 0, HEALF) B RTRTJG H9 Au 4f XPS 1)
Fig.3-33 XPS spectra of Au 4f for Au/Fe,O; catalysts before and after reaction
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F3E AwFc0, fEHWMEEIE & L4 RERTS

Fe2p|,»2 Fezpm

730 725 720 715 710 705 700
Binding energy /eV

a) before reaction; b) after reaction
B 3-34 Aw/Fe,0, {177 RN BT /5 8T Fe 2p XPS &
Fig.3-34 XPS spectra of Fe 2p for Au/Fe;0; cataiysts before and after reaction

JAE 333 FETUEH, RNETE AwFe,0; {LFHIP An #) XPS &K L #H
A g, 2AET Audf, M1 A, MEHNBRSERER, £H
Gaussian-Lorentzian % Audfy, iE## T o5&, BEEREL Audf,

(84.0eV) HE¥E, GREWM, REGNEEUFNRAELERFERRE
AFh (BES LA 83.9eV Fll 87.6eV) . ULEAYE CO BHEME R NILESP,
SYMRERENERENEL, —HUBRRENEEFE.

ME 3-34 FATLLE B, RRRTE N AwFe,0; LT Fe i) XPS & _L#T
EFA e, R38BT Fe2psn M Fe2pin, MATIRATERT Fe2psn & &
BeER 4 710.9eV, HHAATETREHIRUE, SYRFREREZNL,
AL Fe,03 HITERTFTE (Fey05 B Fe2pan F&REN 711.0eV) « BRRRNAE
ELBEHASTHITH, BHTREBERRE, SR ENEE Fe,0; K4
EEEH. ZMERS XRD RS RHE—B, #H—SUHAT Fe.0, BT
HEASHAR COEERFILRN EEPRRIEEN.

B#E3-19 TES, RNE AvFe0; EH4FIRENRETESEH BN,
SR ERTA, BmT 23%, HHERNLEFRARERUARARET B,
FEEPN AwFe,0; #ALFE CO EALRMMER IR EEMTHIREN, b
%R A RIMEE, BARNEERERYRNREGEEZATNE, RURMNY
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MR JRAE ok K T - L3 3L

BEPEERYMESEECTIRE R LR, B THRANREIEEDO,
FEEAFORNEELE TRE. Akl T, BYHEHERRE S AwFeO; ILIE
HTFRERA— R,

3.7 Au/Fe,O; L FI RSB L 33

BT LERTEE—E4&H T B R EEATMIE KR E EHERERE, RiF
I FIREE B AR FRIEHREA.

B EEN AwFeO; LRI REEREMHR RN, Au BhifE kN3G
BHRERXK KNG EEATNRENRRESEAAUERETEN TER
Ao BT KEEACFEAERIBE SR (10%0/He, HiE 50mL/min)
300°C T AERE 2h HATH A, XNEA BN ELFZFITEE D, RNEE A 40°C,
SR 1440007, RNSAEARHA 1%C0, 1%0,, 50%H,, He H-F#=S,
PGS R 3-35 Fiag.

100 .,
-y
80 N
< —m
§x® e0f TU0oao. 5
s~ TO—0—pD—pq
g =
£z 40
5 D - —m—CO conversion
O wv 20} ——Selectivity
0 i . 1 . L A i -
0 10 20 30 40

Reaction time / h

&l 3-35 B4/ AuFe0; EALTAIHIEIL TERE
Fig.3-35 Catalytic performance of AwFe.O; catalyst after regeneration

& E 3-29 F1E 3-35 ATLAEH, BAEGBRK AwFe,Os EULFIFEEME MY
BEFRE, CO BUhERBEMIATE] 97%, EEMAN 65%, BRNIEREHE
AT . XEFAZTE AR (10%0/He) B4 E)E, vJLIH
RAEAFIRAEDFNER, 8- HMELFEEPLOELUEREES CO i
RE, BEFEABEDNAGEFERAPNETRNEE N, BreMELTE SR G
kR, MARTEKE.




8 3 B AuwFe,0, (LI B8 B LA HERR 5T

3.8 RE /NG

FERELSAE Au BILFE CO RBEHEARNEREHITHAR, BHUT
it

1. ANRAIEADERAE, Au BEFFESET CO EFEMEEIL R TERE
ZHR K, TRSEFNAXNMIERBEREMNIROREESS T RMEH <.

2. Ul FeO3 M1 ZnO HUELHT Au 4L, ERRERTEARALMRER
CO EHEMFALIENE, B AwZnO ELTIEEEMERH EAW Au/Fe,05 LI .

3. £ AuFe;0; HUFPIHEIEPR, #lEFZE WA, shEE,
MIERME, BREE. MABKGUEAEE TS ELSEWEAMAMERENEE
NF. XBAILMESE. mEFHBIEME. B NaCo; fEATER. £FAT
300°CREHE . TFE L ETMAELHHIBH AuFe,0; BALFIEFIRIFH) CO &L
VERTIE R

4. RIVIBE. SETE. CO, M H,0 ZERNTEFABITSM LTI
N, 78 40°C SRS A 144000 B Aw/Fe 05 L5 CO #4LZE H 100%,
HFEME AR 66.5%. EESFH CO, S FEAFIEHIEME, W H0 LS4 k5T
RIEFEMER iR .

5. AwFe O3 BALFIEL: RV 120h, EBHBFHIEEN, KL 200h 5,
CO S L RAEFEMIFH B TR, RNITES Au Bk R EAC KFEATIR R Y
)RR ESERATIERTEMEERR, REMEATRTUELER TS
F R EEE UK.

himl
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PRI TNV KE T ¥l F g

& 4F CuO/CeO, LTI HI & R E HERER

Ft

4.1 51F

ARIEAR AR, AwFeO; EILIERENRNERE T, SREREFNERE
HERFREESTH CO, FENRAHMER Pt EUNAERFHERERETH
N, HEERMRERAENE, T8 COBEERMAF o5 PEMFC &
BEAER. H AuFe,O; TR R T HREREAT, #HXMENAHZS
—EB%, ATH—HRE PEMFC HAEPEE, FRSEESRELNIER
SRBREBUTIATHRFEERESP COMERILIEERE,

REHLIBEEE, MN\TERITS, L84 s ZRERESH
br. IEEF, CeO: FMEHE CeO ME T REMIFHEILIER, CHNEATE
e &, ARE. RERERABAUEEMELRNY . BHEAT BEHR] CeO;
ZEEME R RN A EIEEME, FABEEMNEAEDY: (D fiTe
VI E) Cev 5 7e, HAETUL Ce™ 77, MABESARPEMAERIA T, HEMNE
e Ce*/ CetZ [AME ik, B EFREMIMEERES: () BEEZTREEER
z=fr, FEAXEEFMVMAEERENRENSGLESE, @3 eEReEBAZERN
BRUEAEHYETERMELE G CeO EEAMFE T BIRIEA,
AR SEAFTIFEBASTHORE, HMHEANPRESMYIEERN. 5
i CuO A CeO; ARMIEAEMYMAFTREGHN CO EMUFEN, HiEtET
PYALO; HE{LF, A AL EALE M B4R & 3k 18) 22 i o 0 1 A o B — 7 P3[Rl 3
N7, 7E CeO: M, CHHBENMNESBET QR dBRBRATS
HR B SENY, PEMBEEN CO PEMNRET MAHELEE.

Har, HBEAYEBAFATEREES Y CO HEERENRNMMABR
A, ARZERE, BELRAASEARE FEEN, EXHREESRNSEA
RAEER K. ETUEHRIR, AFERIHRAREERET RPN CcO, EaFit
¥, BTHEINFBEERES T CO MEEASARE, MHEAERBLHELT
S T EL&GMEREFILRE TS &FH{THE, 3FXH BET.XRD. TPR,
XPS. SEM &£ Mo th AT BT RIE.
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% 4 8 CuQ/CeD, LTI & B KRR

4.2 MO,/CeQ, 4L 5

4.2.1 MO,/CeO, fEILFIHI &

BT TR & MO/CeO, E & EALMIMENR . ¥ M (Fe. Co. Ni. Cu.
Zn. Mn. AD) 1 Ce FIMERE R E M EBIRC R —EIRERBSH, TERR
T, mmBRE/KERF, FINEE N 3mL/min, 25 pH #Z#IE 7.0£0.1.
RNEHRIE, SEEHREE0min, BE 6h, BULETIE, o408, 110 CFT
10 h, BEETE 500 CTF&EEF4h, BREERKRE, HHEE 0.20~0.50 mm Ff
ZH, EFE M5 M+Ce BJE/REH 15:100,

4.2.2 MO,/CeQ, fE{LFIIERTEEM

TEFBR M RN 4AF T, 3 MO/CeO, E & E A | CO M FILR
It ge e . BT ES 0208, RNEEWEHIE 40~280°C 2 (4],
A FESE T L He ®$ 0.5h LIFERHERE, HEN 30mL/min, FH)#
RRE NS (EESESE R 1%C0, 1%0:, 50%H;, He F#S) , WiEA
30mL/min, WEHEEM SR WME 4-1 Pizs.

100 = -..a-"-"'"

/ / \_ ]4

60 - /

'r —m— Cu0

40 —e— Co,0

/ ——-l-—ZnO 1

’ J / —w—Fe 0,

20 ¢ / —+—Nt0
I » /' //n/ —4— MnO,
.é;/'" -~+—A1203 |

Q¢ l—l——v —— » ZI‘O

0 50 100 150 200 250 300 350
Reaction temperature / C

€] 4-1 MO,/CeO, #EALFIAT CO I E AL
Fig.4-1 Catalytic activities of CO selective oxidation over MO,/CeQ, catalysts

" 1

CO conversion / %

B ] 1, MO/CeO; BSE A TEES AP M COEFETMRMN,
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MIRIR T LR ZE T L # A0

AR EE IR K. Ho CuO/Ce0yv NiO/CeO, Ml Cos04/CeQ, B -SE A TE—
FERIRETE AN CO FHHEAN 100%, EREFERINFEK 4-1 Frx. HERENE
EE ALY, W Zn0O/Ce0,. Fer03/Ce03. Mn0,/Ce0;. AlLO3/CeO, HiGHH =,
459 & Zr0,/Ce0;, Xt CO JLENREHFTFAEE.

# 4-1 Cu0/Ce0;. NiQ/CeO, and CoO,/CeO, #E{LFIH) CO EFHEN R AR
Table 4-1 Catalytic performance of CO selective oxidation over CuQ/Ce0Qs;.

NiO/CeO, and Co0,/CeQ; catalysts

X co X & SCG; Reaction temperature
Catalysts
/% { % { % / T
CuO/Ce0, 100.0 57.2~100.0 87.4~50.0 120~180C
NiO/Ce0O; 100.0 68.6~100.0 72.9~50.0 180~220°C
C030,/CeQ, 100.0 76.6~100.0 65.3~50.0 180~2007C

4.2.3 MO,/CeO, fE{LF1B) XRD FR1E

X MO,/CeO, E&E AL ENLTAAT XRD M3k, SRME 4-2 .

¥ Ce(,

=
e

) I

[

e —

W |

S S

.

::-:--:-—;-n:-:-r-,b-.‘

13333333

-
b

=
=

)]
o

20 30 40 50 70
287°
a)yCuQ/CeOs; b)NIO/CeQ;y; ¢) C0:04/Ce0y; d)Zn0/Ce0;
e)Fe,03/Ce0,; ) MnO,/Ce0,; g) Al;03/Ce04; h)ZrO,/CeO;

4-2 MO,/CeQ, HEALAIAT XRD & (500°C)
Fig.4-2 XRD patterns of MO,/CeO> catalysts calcined at 500°C
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5 4 B CuQ/CeQ, LRI B& B HAE 8005

ME 4-2 ATELEH, MO/CeO, B & F LWL 500CEEF, XRDitE R

HIR T CeOr KA LMINMFAEATSNE, HATH IR 2

FUE TR R B BRI E R,

&HE MM MO, FIFTITIE, XOTEER BT MO B & B A%, LI/
RS EEUNZRZ2SE TS, T 4-2 £ MO/CeO, ESE T &,

BLE B CeO, B2 HIINRAL R

#* 4-2 MOx/CeQ, L3709 XRD WX 4 5
Table 4-2 Results of XRD of MOx/CeO; catalysts

Catalysts Lattice constants Particle size Ionic radius of M
/ nm / nm / nm

CeO, 0.541108 16.1 0.1034
AL Oy/Ce0, 0.540405 15.6 0.0535
MnQ, /CeO, 0.540345 16.9 0.0460
Fe,03/Ce0; 0.540278 15.9 0.0645
C0;04/Ce0, 0.540348 15.5 0.0745
NiQ/CeQ, 0.540222 17.5 0.0690
CuQ/Ce0O, 0.540592 16.4 0.0730
Zn0O/Ce0, 0.540368 16.0 0.0740
Zr0;/Ce; 0.540620 16.3 0.0720

MFE 42 FRILLEH, B4 CeO, HMEE N 0.541108nm, MO/CeO, E
FEAAYF, CeO, B S E BB R4 T 24k (M 0.540222 nm F 0.540620 nm) ,
13/hF 0.541108nm, 7.8 MO F1 CeO, ERLB A8 G, CeO AREERE
AT RIREE, BIETEEDT C M BFHATT CeO, HIiRiET,
HBABRGFETHABEAFAY, SEET CeO, HEMMRE, # CcO, EEAE L

ERRAEEEHA S HBER CO fbE T

4.3 CuQ/CeQ, 1L

METERITR A, CuO/CeO, EUFIAERRENEETLE

(120~180°C) A,

MTFEESET CO RILED 100%, FTIH THREFH CO EEMLEFEN,
B LB HGIE T E&EHITERAR.
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RRIR TAL KFE THEE-LFRX

4.3.1 CuQ &G EX CuO/CeQ, {847 BERY B2

MK 4-3 FRILAEH, B4R CeO, ¥ CO AEFEMEM, CuO M CeO;
ERESEAYE MEESBATH COXME THHEEFHFEHEMEREME, CuO
SEXHEAFIEEFERAREW. BEEELTT CuO EERMN, CO FHibExER
BT, ¥ CuO 58N 7.2%0, CO HMEZXSH 100%, M CuO &,
CO #HILEAFREZLL, O ¥ AZEMEE CuO SERIMINTME R, CO
FHNERRA TGS GEEEE CO BILEMN CO, EEMRMEE, AN CuO
SENBEEN 7.2%.

3 4-3 CuO FEXT CuO/CeO; fif 1L7) 52 B 4 REFY 3% M

Table 4-3 Effect of CuO content on catalytic performance of

CO selective oxidation over CuQ/CeQ; catalysts

CuQ content Xeo X 0y S Co, Cm.am
/ mass% ! % ! %o ! % ! %
0 0 0 0 1.00
1.4 25.8 12.9 100.0 0.36
4.1 70.2 35.1 100.0 0.30
7.2 100.0 57.2 87.4 —
14.8 100.0 822 54.2 —

Reaction conditions: Pressure=0.1MPa, Reaction temperature=120°C, Space velocity=] 4400h™

K 4-3 AR CuO FEH CuO/CeO, fEHFI XRD iEE, MEIFRTLIEH,
LTI CeO, WEMIHIRI A CaF, &4, %1 CuO S EREMKK, RENEE
CuO B Cu,0 HIFMERTETEE, TTEE2 B THYFE CeO, RE L4 BOR AL
EEURAGFE. 3 CuO AR N 14.8%0f, 7 26=35.6° F126=38.7° LM T &
£LEZE Cu0 BUREATETIE, REREFE CuO SERNMM, HIFIESTRTE
SHELRY CuO 4F, EEES&AH CuO 7 1E,

£ 4.2.3 X} CuO/Ce0, B A FEMY R A H @ FKI, CuO/CeO, B E
Sk CeO, B RSB EE R 0.540592, PTFH CeO, MRERSEE, HIRR
WX E BT 24y CuO HEAZF| CeO, S ig P AR BBk n 4 BRI,
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4 F CuO/CeO, fEL AT i & A HtE BEHF A

\ 4 ¥ CeO,
v v e CuD

B B ITID N N

I\ _Ju__h J-_a)

 — 1 L 1 1 " !

30 40 50 60 70
20/°
a) 1.4%; b)) 4.1%; ¢)7.2%; d) 14.8%
€ 4-3 AR CuO & ER CuO/CeO, E{LFIHT XRD 1K
Fig.4-3 XRD patterns of CuO/CeO; catalysts with different CuO content

A
Bl | S S
.

& 4-3 CuO/CeO; EALFH) XRD i & o JF 35 5 0 Al 30 6] da 44 i T S g
& BT AR B A BT R R Za . A LR CuO/CeO, AR LT
mﬁﬁﬂ%, ESFREFHEANE CeO S H . AR CuO FEE CuO/Ce0,
A0 7 ) o LB B AT 02 K IR, Ji A A BB R CuO & EHIIE IO M B # ek
zE BunFk 4-4 FioR.

£
o] fig

% 4-4 ) CuO F &K CuO/CeO, #EAL T XRD Mik4, R
Table 4-4 Results of XRD of CuO/CeQ; catalysts with different CuO content

CuQ contant Lattice constants Particle size
Code
/ mass% / nm / nm
1# i.4 (.541009 16.5
2# 4.) 0,540784 16.]
3# 7.2 0.540592 16.4
4# 14.8 0.540290 17.2

& 4-4 A [E CuO & ER] CuO/CeO, {84L7H TPR B, MEIFFTLIEFEH,
AL TR TPR ZREFPHHE B MERE (RELRE «c MFREREDR),
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N\ 2)
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0 100 200 300 400 500

Temperature / C
a) 1.4%;b) 4.1%; ¢)7.2%; d) 14.8%
& 4-4 A[[] CuO & B CuO/CeO; #EILFIA TPR B
Fig,4-4 TPR profiles of CuQ/CeQ;, catalysts with different CuO content

HEA TPR GBS IR AWM F .. B3 CuO & ERIEM, RS M{RE T
A, T 7.2% CuO/CeO, B4LF], o KIEEEMEN 230C, B mimLRIER
260°C; #kLEH¥in CuO RIEE, KEBAXHAERKE B3, 14.8%Cu0/Ce0,
AL EEIRRIE K 270°C . 45 CuO ) TPR B4k e —IL R, WETE N
392°C, 1l 4-5 Pror,

Intensity / a.u.

—

0 100 200 300 400 500
Temperature / C

&l 4-5 4l CuO (500C) ) TPR BEE
Fig.4-5 TPR profiles of pure CuO calcined at 500°C
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Fa¥ CuO/CeQ, 1 i) &) & B R o

L 4-4 T 4-5 TTLIFH, CuO/CeO, BERLE SEALYG, #EALFIRIE
BEERHBREM, XE CeO, MERE T FPFH B 7 gUERE I T M40H FE .
X T B o f1 8 AR, MIBITRIBAY, EEE o AEESEK CuO W
AE, EEEP KR CuO BRIR, HFNAHIERE a WfEEREE CeOy RAEMH
YE FI B B 4 BRGS0 BN CeO, Rt BB F I IR . i T & & 4 Y
@RS CeO, & RE, HAERER, IR AMIEH T HDFHILIR.

FH XPS X AR CuO & EH] CuO/CeO, LTI R B TR AMBEITIA,

L RBINFE 4-5 Bk,

# 4-5 AR CuO HEM CuO/CeO, ELFIR XPS 417 413E
Table 4-5 XPS data of CuO/CeQ, catalysts with different CuO content

CuQ content  Cu2pyy  Ce3dsp Cu Ce Cuw/(CutCe)
mass% /eV /eV ! % ! % XPS nominal
1.4 032.76 882.37 31.28 68.72 0.31 0.03
4.1 0932.62 882.37 31.81 68.19 0.32 0.09
7.2 932.87 882.49 32.98 67.02 0.33 0.14
14.8 033.12 88249 3411 65.89 0.34 0.27

B2, EBAFEREMAERT Cw (CutCe) BFLHLHEERK (A 0.03
Z (027), CuO 5 CeO, ERUEAEILYIE, XPS MELERER, B BN
REREH Cw/ (CutCe) BEFHIIFRERM (A 031 £ 034) , KKEFTE
AREE TR Cw/ (CutCe) RTH, RPFFDMHAEEMANEZAREER.

4.3.2 'BEESE BE Y CuO/CeO, B 4L 7 1E 5ERY 220

R EEAAEE R EEEEN, EUNFEEREEENERER.
THEMENFIHEEY. TRELELRREGEMARS T EEZERRE R
CuO/CeO, LT CO EME R MR, NRORAE Tt ERERXS
AV VERE R E ., AR 7.2%Cu0/CeO; LT, BEIHAE 350°C. 500°C.
650°C 1 800°CIEert LT RERIE M, KIE R UK 4-6 Fizm.
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R RETW S THE L FEIRX

F 4-6 FEHREXT CuO/CeO, HEALFR RuE REM B0l
Table 4-6 Effect of calcination temperature on catalytic performance of

CO selective oxidation over CuQ/CeO, catalysts

Calcination temperature Xeo X 0, S CO, Cco.0u
/| C ! % ! % ! % ! %
350 69.1 34.6 100.0 031
500 100.0 57.2 87.4 —=
650 100.0 67.4 74.2 —
800 86.4 80.2 53.9 0.14

Reaction conditions: Pressure=0.1MPa, Reaction temperature=120"C, Space velocity=14400h™

MFEDRELLE H, SRR E N CuO/CeO, LT CO EEHE R N FE
BRXEMW. & 500~650CHERER, BAFIRMBERFEE, X CO #iLE R
100%, HOSRMAR] CO. 350°CH 800°CRyben, MALTNEMERE, CO %
B RAEME, O, FILEMERFEENAS M, EEEMBRFTRE
#e, HIET R, Cul/CeO: EHMRIBAEFFIRE N 500C.

2 4-6 Ky CuO/CeO, BALFIEA RS FRRAE TH) XRD 1EE.

A 4 CEOZ
e CuO

 Tes L o
BT I
L L

A LB |
_A—_J'L Y . a)
30 40 50 60 70
26/°

a) 350°C, b) 500°C, ¢) 650°C, d) 800C
B 4-6 FREHE R CuO/CeO, 1L XRD & &
Fig 4-6 XRD patterns of CuO/CeO; catalysts calcined at different temperatures
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B4 CoO/CeO, L ME & B I HEBERI ST

ME 4-6 FETRLEH, 350°CREBEH CuO/CeQ, HEALFY, RTHTUE B S5 uREk,
(BEEERINH T CeO; /] CaF, £, 500°C UL BT, fTaHEEE4a%t
BAE, BRERE. 350°CH 500°CIEEENTIF XRD #E2E L, &?ﬁiml )8
A IEAT ST, PIEER B T E BE S RCRA. 650°CEER, B LEIT
gL CuO WIFTHIIE, 800°CRERET, HEH BRI &AM CoO fFEEHE, RH X
o CuO UREXFHAGFE . X TEREFEENTIF, CeO; BT RE,
BN CeO; dptB R B CuO & B Wi K.

& 4-7 5 CuO/CeO; AT RIELRE TH TPR Bi%. MESEIUEH,
PREERBEMAE, CERERSGEITRKE T AHE (A 240TH 300T) , 350
CTH 500 CREETRAFRMABMLEE (RELREE « IFREFRER) ,
P TPR KRS BREEFADHM, AARFRKE o ATRERE CeO, KEMEE

FHIE 7 BORESFIRDT KA CeO it MBI RIER . 650°CH 800°C
ETRERUFARE - IREERER, AAXEEME CuO MiEIR. HEFEEE
K, #AEFIF Cu0 T EURESEAFE, RELERE TS,
XA FY PR R e KRB FER A CuO MRS S, ATUE
TPR Eift F AT — 1 EBEFE, 5K 4-5 L, TPR g E 8 mEKiE
F, HEAREEREE TR Cud/CeO; ALFIFH, CeO, ANRIFZEMER T Hi
PRI .

a)

0 100 200 300 400 500
Temperature / C

a) 350°C, b) 500°C, ¢) 650°C, d) 800°C
4-7 FRIEERERN CuO/CeO, #E{EFIH TPR Bi¥
Fig.4-7 TPR profiles of CuO/CeO, catalysts calcined at different temperatures
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SRR TI X FTFETFEMBY

FIH XPS XA RFEERE R CuQ/CeO, EALFIRE U R A MIITIR, &
Rz 4-7 fiom. ARFHLIER, HEREENEATIFRETEARAGRKX
BN, S00CKEREMEAFIRFEHENEREMN Cuw (CutCe) RFEL, REAGRYHM
EHANRE XL ERNEEHAN R

& 47 RREERHRBEK CuO/CeO, EALFM XPS 4 516
Table 4-7 XPS data of CuQ/CeQ, catalysts calcined at different temperatures

Calcination temperature ~ CU2P3n Ce 3dsp Cu Ce
s /eV /eV /% 1 Cul(CutCe)
350 932.62 882.37 24.48 75.52 0.24
500 932.87 882.49 32.98 67.02 0.33
650 933.02 882.49 30.98 69.02 0.31
800 933.16 882.49 25.53 74.47 0.26

% 4-8 HAR[R) S EIE FE B CuO/CeO; #ELFIZRE Ce3d H XPS .

Ce3dsn .
. Satellite
— \_,/ _\J/, e Cel :]5;2

930 920 910 900 890 880 870
Binding energy / eV

a) 350°C;b) 500°C;c) 650°C;d)8007C
B 4-8 TEIREE Y CuO/CeO, 1L Ce 3d XPS EHE
Fig.4-8 XPS spectra of Ce 3d for CuO/CeO; catalysts calcined at different temperatures
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45 CuO/CeO, HEAL TR IR R H L B 51

ME 4-8 FRILIEH, BREEREEREMELTP Cedd i) XPS iEigr=4
W, Ce3dsy &SR EE L 882.37-882.4%V &b, Celddsy MG &R TEL

916.49-916.62eV &b, F

FBAE 900.6eV ALHIL TR D AK, XIERE CeO, F

Ce* Y XPS 4H1E (Ce3dsn G688 F7 881.6-883.1 eV. Ceddyp 54 FEH 914.0-917.6
eV) , XA FRBERET CuO/CeO, EBILFF 4N EEATEERFTI

% Ce*t.
AME X} CuQ/CeO, L TUR I Ce3d BT T XPS PR, X A EZ 4B F
A4 KT Cu2p #H4T T XPS 3k, i 4-9 FioR,
CuZpyz
C'JZPUZ Shakejp J;: .‘Hﬂ\ d)
Shake-up /™~ __ /7 o N
“"a__*_,_,/f"\- /f_/‘ .\\R c)
e T S
N e f,.-"‘\ b)
W’MMN\”‘“‘“\//—*E ~ \W“"*

fﬁng/\\“ﬂ\bﬁ E-)\f’”

970 960 a50

040 Q30 920

Binding energy / eV

a) 350°C;b) 500°C;

¢) 650°C; d) 800°C

B 4-9 REEEIEE R CuO/Ce0; E4LF) Cu 2p XPS i%E
Fig.4-9 XPS spectra of Cu 2p for CuO/CeO; catalysts calcined at different temperatures

B 4-7 FAE 4-9 8 W, Culpsn B FE S BEE B4 MTE 932.6-933.2 eV 21,
TEGE A RE R 939-944 eV AL IR T 3RE B §5 1Y shake-up Fi& . HIM shake-up 1%
A S Cul2psn BFEEEE (933.0-933.8¢V) &£ CuO XPS ifEIMA KT ER
fif; V27 shake-up FREEFMERAT Culps, BFHSHE (932.2-933.1 eV) 24N
A4 XPS fHE 1Y), MIRE R ER, FERIKE Cu2py, BT 4 AR
#8900 shake-up fE¥&, WHE CuO/CeQ, #ELNP 0] REFFZEE RN SRR PIFF,
St Culps, HEUE, MR RN IE/S, A Gaussian-Lorentzian X H 1T &R S,

L& &

&3

4-10 Fix (BL 500 CHEHER CuO/CeO, EALFIAFD .
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BRI KFET A HFMR Y

Cu2p3;2

>

~

= Shake-up

&

43

£ /LA

950 940 935 930 | 925

Bmdmg energy /ev

& 4-10 CuO/CeO, 4L 7R Cu2p i XPS 1% E
Fig.4-10 Cu2p of XPS profiles of CuQ/CeQO; catalyst

XF A [l B A re il 18 59 CuO/CeO EALFIR) Culps, EHAT 7T, gl

EeE R WK 4-8 B,
% 4-8 TRIERIRE R CuO/CeO, LA XPS 4347 EiF
Table 4-8 XPS data of Cu/CeQO, catalysts calcined at different temperatures

Calcination temperature Cu™’ Reduced Cu
/ C / Y% /%
350. 81.32 18.68
500 75.96 24.04
650 82.23 17.77
800 85.15 14.85

3R 4-8 A 50, CuO/CeO, HEALT T HFNF A2 LL Cu™* F1A B R A K]
FETEE. RREEEEAR, #AFtERRNZHEAYHEEAR. 500
TSR EATIF T RN SHFEYRS BN, b 24.04%. ATHUIMT
WRERFERIAL SR A, SHELFEIT T XAES 247. B TFEREM AR Cu'"f1 Cu’
BH AN Culp:s BFEEEE, X Cu2py, HITHERIE, TEHERN AN
R ER Cu" iR Cu’, LIS E#IT XAES @ik, @EHHA LMM Auger
B X 4. B 4-11 ATFFREFREE T Cul/CeO, # AT H XAES E.
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3 4 3 CuO/CeO, fEAL M HIl% f JEIEAERR 9T

11111111

Intensity / a.u
))?
[ntensity / a.u

b}

935 930 925 920 915 910 905 900 935 930 925

llllllll

Intensity / a.u
Intensity / a.u

S
N
Mﬁ w\\’\f\f\ﬂ
-bw_/\_hvvw".ﬂf
920 915 910 905 800
c) d)
S
\ VI,N'“ J
N S Il AYARTIIEN
Ve g m\f MMJLI
A

935 930 925 920 915 910 905 900 935 930 925 920 915 910 905 800

Kinetic energy / eV

a) 350°C;b) 500°C:c) 6507C; d)8007TC

& 4-11 RGBT CuO/CeO, f{LF Cu ) XAES % &l
Fig.4-11 Cu XAES spectra of CuO/CeO, catalysts calcined at different temperatures

MEDdTE]LIEFEE, FR Auger WZhBE(E S A4E 914.6-915.1 eV 22.[8), IE¥F4L

F Cu' iy Auger BB BEMETIRER, T Cu’ # Auger £
h EE B AR Cu't. EBad LA TR &

rR AR XPS M XAES 2047, NI FRFHEIREE R CuO/CeO, LTI FIE

AREERII, LTI T

Cu*" 1 Cu B
—F AN, RS

FhEe{ A 918.6-918.7 eV,

b Cu™t 1 Cu R ER R R,

*F CuO/Ce0, EE R

I E ALY BRI EAE R A R,

RSB RELRE T RREAL (Ce ' " BAERAHIEME T X2,
4491135 0.111nm 1 0.1150m) . T FW A A R0,
BESEAER UL, cef CeFZEREEERREREF AT EFEEN

EL i P4 7 R AR AL R R AL
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MRRE T RET ZBTENIB Y

YF R FEEENEAEE BN (Ce*/ce i cv®/cu™) , BFELTER
5t Cet/Ce” HIER, RN SEEMEEERIR, BURPEELDBHENS
B, HIAHRRENT C 4Bk, XPS BERNE.

44 COERMEUENTIZRENEE

4.4.1 RMNIBREXN CuQ/CeO, 4TI EERIE I

H T K ASERRE RN &E

- RREEEAE 250~-300°C 28, Tk

BIEMESEE 120CHEERBFIES TE, USRS EHIRMNEE A 40~280
‘CZ 18], Z8 R MR EXT CuO/CeOy B LTITERERI M, RN SARLH A 1%CO0,
1%0,, 50%H,, He AFHS, SETHK 144000, ZRWME 4-12 Frx.,

100 - Ak — l- R E—E- . » . *
£ sof / \/ \.
= § ¢ | \
S % < eol
£ 5z N
= o
g 8 g4or / e
N ECEE / , ~a
O L w 20 ; /  —e— (O, conversion
/ .
| .K/ —a— CO conversion
O — A— selectivity

50 100 150

200 250 300

Reaction temperature / C

B 4-12 BB CuO/CeO, LT R Ry 4 BE R i
Fig.4-12 Effect of reaction temperature on catalytic performance over CuQ/CeO, catalyst

MEIFAIUIEH, O, HAEMERNEBERNASTEREE M, &£ 180CH
SR, HFREATE; CORLEMERNEENISTEM, 7 120CH A
2] 100%, R#FE180C/E, XHEHFREMNA BT, ERENEEREH
BRERFATHREY, BV 100%EE 30%. 7 120CH, CuO/CeO, #E{LF
R BB IFHEMLENE, CO ¥iLER 100%, O, #HILEN 572%, EFEHH

87.4%.
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24T Cul/CeO, L TR P& F2 Hof BEBF 5%

4.4.2 SETEX CuQ/CeO, LTI AERY BN

LL S00°CHREY 7.2%Cu0/CeO, LT E], ZESEFHENE CO E&EM
FARNERNER, FMERNRE 49 Fixr. ANEDTUEH, BESHDY
WK, CORUETR. EREAALSATZER NN, RNSES8E A A
mEl 74y, HALRNES, HM CO HLERE®. MYRATHEE NN, RN
S5 #ARN B RELD, RNSESM MG EWELD, R CO

LE T
® 4-9 RETHIT CuO/Ce0; IR B BEAY B 5
Table 4-9 Effect of space velocity on catalytic performance of
CO selective oxidation over Cu0/CeO, catalysts
Space velocity Xco X Oy S co, Ceo.om
h! / % / Y% / % ! %
14400 100.0 57.2 87.4 —
28800 97.4 71.2 68.4 0.03
43200 93.0 87.6 53.1 0.07

Reaction conditions: Pressure=0.1MPa, Reaction temperature=120C

4.4.3 CO, 1 H,0 Xt CuQ/CeO, 1L RERY B2 Mg

CO; 1 HoO %f CuO/CeO, fE1LF I M RER R SEES 2 R0 F 4-10 Frw.
MESFTTLUEFY, BA CO; HERKT CO BLE, HEMERSEBELTH

100%[% 2 81.2%, XA gEZH T CO F1 CO, TEH#E4LH

REKE T EZFRHY, CO;

KRELHE TREBRMEEN, €78 CO #lF T

LB ERDRgY; BA

H,O i}, {E{EFIENEEERE TR, 3 CO MEREREN 92.5%, XAlELHT
H,O FHZE TEMFIRBEFEEDRC, BT EESLX CO BB, #18 CO
FAMEERE: RN mEHMERSHEA CO, il H,O B, CO #{bEH O, 1k
ZEBE TR, COFIEN 75.4%, O FHILE{[N 42.8%, EEHINEEH
BN, SEMEESEA THEERERMES, XFTH CO, 1 H0 RN F7ER,

JLEERSERBEMNE T CO FAM B, FALRMN.
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ORI LAk K2 THF AR

# 4-10 CO, Hil H,O X} CuO/CeO, i 4k 71 [z I 11 it Y

Table 4-10 Effect of CO; and H,O on catalytic performance of

CO selective oxidation over CuO/CeO; catalysts

XC' 0 Xﬂ: SCO: CC C},out
Gas composition
{ % ! % ! % / Y%
Idealized reformate 100.0 57.2 37.4 -
CO, 81.2 53.7 75.6 0.19
H;O 92.5 61.0 75.8 0.08
CO; with H,O 75.4 42.8 83.1 0.25

Reaction conditions: Pressure=0.1MPa, Reaction temperature=120"C, Space velocity=14400h™

4.5 CuQ/CeQ, BIULFIIRATIEM R

B BITTFIITE D, CuO/CeO, fi Hh ] B 5 7518 5T MR 1Y V05 B

(120~180°C)

HEESATRE CO #HITHRERER, CO BMEA 100%. 1£ 120 CHHiRE M
BE, h 874%. FTUATHEIE R T EBESRSTESR, RNSEHBA
1%C0, 1%0,, 50%H,, He A F#, <B2#E N 1440007, REZHA) A 120h,
Jeae e B NE 4-13 Fioc. WEFRTLE R, EAFESMN 80h A, CO L
Z R BN E R BEL, REFTIREFMIREME. BE RN EIRIEK,
CO AL EHER TR, RN 120h J5, CO H#LERER 89.1%, EHFEME AR IREF

.

100 | sdddass A bbb Abbd—b-a a

m‘—"ﬂ"f""'”‘“""""-'

oo
O
I L]

O}
L
I L]

—a—CO conversion

CO conversion / %
Selectivity / %

[\ I

[} o

—vy—=3electivity

L_______‘_

Wy VY yw——

o

0 20 40 60

T80 100 120

Reaction time / h

/& 4-13 CuQ/CeO, #EALFIMIFREE
Fig.4-13 Stability of CuO/CeO; catalyst for CO selective oxidation
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4 E CuO/Ce, fE b Hl & R ERERIG

4.6 CuO/CeO, HEWFIRTEM S

T B HET # CuO/CeO, N TR R F 4510 % H COBFEM A RN R
RIRME, XHAELFILE BN AN R S BT R A B B E BT R,
S H XRD. SEM M XPS F 44T F B CuO/CeO, EHTBATRIL .

B 4-14 & CuO/CeO EALHI R A5 # XRD Bl MEFRTTLFEE, RN
Bl XRD & ERE CeO, MFEHTEIE, BENMEFROATH I, REMFBH
BB CeO, B, FTATETATREL. RIS XRD #EE F, CeO; MAFEAT
FHETERFINE, THREHIRT S CuO FIFIEATAE, HH Cu0 R
Mg RAEREE, BRI, EETERRE CuO fl CeOy LI MHTHIE
B, FTEAERSRE TR AF RS K.

VCeOz
» CuC

30 40 50 60 70
781°

a) before reaction; b) after reaction
4-14 CuO/CeO; HE LTI R R RT /5 1Y XRD i &
Fig. 4-14 XRD patterns of Cu{Q/Ce0; catalysts before and after reaction

FIH SEM X R A& CuQ/CeO, AT I TR MSTAR B o & H 2 A 5 0L
ETAENMR, FESME 4-15. B 4-16 ME 4-17 fron. AE 4-15 R
LB, REHIE CuO/Cel, BUFIKERMAEHRERE RETH, SER. RE
Kik. AR EREFNEACEBESAE, JUEH, REGHEANE
SRS TES ALY, FLEFRAIMENARARRE, X5 XRD (9
REREYE.
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AR A TEML SR

a) before reaction; b) after reaction
B 4-15 RRLHIfE CuO/CeO, HELLTI SEM B A
Fig.4-15 SEM photograghs of CuO/CeO, catalysts before and after reaction

B 4-16 JRIEET CuO/CeO, 44T T TU 3 [ 437
Fig.4-16 Surface element concentration patterns of CuO/CeO; catalyst before reaction
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38 4 % CuO/CeO, (AL IIAIHI & B I 7E Bt st

M 4-17 RBJF CuO/CeO, it FIF E T E T 17 K
Fig.4-17 Surface element concentration patterns of CuOG/CeO; catalyst after reaction
X IR FEAT fF CuO/CeO: AT Z B 7T E 4 AL AT XPS i, Rtk 4-11
7.

$ 4-11 CuO/CeO; AL R IR /S B9 XPS 74T 8U4B

Table 4-11 XPS data of CuGrCeUy caialysts before and afier reaction

State Cu Ce 0 C

% % % %
before reaction 6.87 15,06 44.15 33.92
after reaction 7.32 10.50 38.28 43.90

MWEFTLUED, REE Cul/CeO, EALTIRTIRMFRIHEX & ETIE
., METEMETEMENSERRNELEETRAERNTRE, HMK
pLtR R EHERANIRE R EE, BHEPTEEK, B4R 5 XRD




MRE TS KT R

AL B . EHEENR, SRNITHEL, RNE CuO/CeO, fEfhiIER M
BRAEMAMSREERE, ¥INT 30%Es, XATHEHT CO SRt
LB CO, fEMAL IR MR, BH Mo B 4.
HTEGHRTRERNIERPRDMHIELEREHTL, IRNEEN
CuO/CeQ, HEALTIHAT T XPS F1 XAES ik, 5 E 45 E 4-18 £E 4-19 Fiw.

Cups,
CuZp; n

Shake-up Shake-up
b)
%

970 960 950 940 930 920

Binding energy / eV
a) before reaction; b) after reaction
B 4-18 CuOfCeO, fE AL KR /5 # Cu 2p XPS #HE
Fig.4-18 XPS spectra of Cu 2p for CuQ/CeQ; catalysts before and after reaction

a) b)
. .
< =
: £ /f/ﬁ\\\xx“wmwu
2 =4
Z 8
£ W E N/WM

935 030 925 620 915 910 905 800

935 930 925 920 915 910 805 900
Kinetic energy / eV
a) before reaction; b) after reaction
B 4-19 CuO/CeO, LR BIRT/E Cu HI XAES iE R
Fig.4-19 Cu XAES spectra of Cu0/CeO; catalysts before and after reaction

MERATLUE Y, RVATHE Auger BT RE(E L 915.1eV, RN /E HET Auger
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# 4 3 CuO/CeO, H4E i) Fl-& Je e v REBFF 5T

IEFHEE{E A 914.5eV, WA RKEHER T, HHHRNE CuO/CeO, AL ZRME
BTH G Llsh, E£HFFicEL Cu"BEREE, BE C®ERk.

4.7 CuO/CeO, L FIRIBEM R

T aT AT CuO/CeO, #EALTT YRR E 14 LL R XY W AT R AL TR R H 454
BIRZFEEE, ME RN ERER, BATREEERTE, £ Cu0/Ce0, fiE L]
FMSEH RE CuO B RIREM CO, EENFRHWEINE .

Liu! 30 R, Cu-Ce-O EHEAMT Cu FE=ZMERA, BT E
AL SN CeOr AT, MGt T CeO, BAFRIEE (clusters) FIH
/N CeO, BRI AT AL TRRERAFAEE CuO kg, HA CeO, M
FEABRBMNEEN, FEIFRHER Co' BT S CeO, PHFHHE T4 &
EEIFRER A
A RN JG CuO/CeO, HEALFIAG XPS WL R B, FIRMNAI—FH, $F4F
TR L Cu® F1 Cu" IR EUELE, 8 Cu "W E R RS AR P R FFIR i i AR e
tE. HIE R, CuO/CeO, HAFNEHE TR EERREZHT CO AR
W, 51 CO M CO, K F WM, MBI EHT LEART S FHZEE

AL FKAIT CuO/CeO; L FIE i MR T [EJEK BT (10%02/He) K14 2
SR ENFITHE, BIELERN 120 &, VIR 10%0,/He HF (E
S0mL/min) %49 0.5h, H4¢4:3HT CO BHEMEM R .. IR & KRR, 7£ 120h
W, EATEEHEEVEE TR, RETEHEFRREN.

4.8 KRENGE

AEFETX CeO;, BESRNMEALTE CO BEHFMEEAL RV REFHITH
7%, AR T4k

1. CuO/CeO, N FNEEBAER BB (120~180°C) AMBEIIEERS
] CO FHITIRIFHIER. £ CuO/CeO; BLFIHI F L FEH, CuO FTEMLS
BEREWHEATERHIERE, CuO FEN 7.2mass%, 500 CTFS PR
& B TR BT CO BEALEHEMIEZFNE.

2. RNEE. SEFE. CO M H0 RN T Z 44 REILTITERE™ &
. 7E 120°C. SAAFHE N 144000 Bf CuO/CeO, LLF CO HALE K 100%,

II

2z
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RRIR T R ¥ T2 Y

VLA 87.4%. EESHH CO, 1 HO0 S F L EE T &,

3. CuO/CeO, ELFIEL RN 80h, BIBKIFHIEN, KA 120h 5,
COEMEBHEE TR, TERHT RSP CuO TR EEM CO, LT
FEWEMSN. XATERNBE TREEKKRE (10%0/He) BIAAS#—112
HEL TS E H .
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5 5 HILAAE AR R EEL TR & T RETT

e

%5 E BILKRDRIERLFIRGE SRR

5.1 3|5

ATTERFR R, AwFe05 HEALFIZE 40°CLLE CuO/CeO, HALFIEE 120°CHE
B EASAEPN CO FHITIRIFRIEER, CO BHEN 100%, HOASE D
AF CO, HEF—-EIREN, 2T PEMFC MHRABSAdErER, B4
BACHIEE R U Pt BRI ZEEF B ERFERAEN A HEETHBAINH.

TR Bt E RS A — M EEF EE N A Il i & A H
ReERE e, FAEk, AEMACYPI R EESRNMR AER T RS TE, W
BT B, XAWLUEHENESILEREMENELAFREHTREEEZERED
HiFEH . ZHLLEFSTLREKEMNIE D BIRm ARES, —HHEHER Y
FEMBEEILME, BEAEENILEE. EEBR, #8/, s ERSRNE
BEAGAR, BTELFREERENSE. 5—FH, BEEMENFEERESID
BEI 84, fEfEAFIAREREZIHFREENSEMRNRIERE, £
YoEEsh. A, EAEEEMEREATIN RIS, BaT BRENLT S
FRESABIENINSG, FEAFERIZESFA.

hTAE LR EI) AwFe,0s #E4LFIF CuO/CeO, HEALTIIR BF Hu Y Y T %3k
AR ERER F, A URA S%HBBEETHERY (CMC) BHIFARMER, #
Aw/Fe,03 F1 CuO/CeO, B B FLIBHENEA L, & T AwFe,0:/Ni {4
F1 CuO/CeOy/Ni #4657, XPH CO BEHFHELEREFAITHHR, EETRNILE
£M4WM R NVIRE . SETE. CO M H0 XHEAFIERRMZEmR, FHFXHELTI
faE AT T

52 HILEFRAEERMELTIEE

5.2.1 SFLiBKBRITALE

BHAERMAEETKRE k. B, FRREIN, BRERMAERK
W ERRR, REELSMI TR, &H.
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MR LY RETFE TSR

5.2.2 AwFe,03/Ni 41k F7HI&

AR T, B—ERE HAuCl B MIRE S W, MnBRBeKE
R, FINEE N 3mL/min, 55 pH IEHI7E 8.0X0.1. RNER)G, BEEBi#
30min, #FE 4h, T, AREEFKFTISHEE, EREAFFIIARERE
H 5%HT CMC 3, BREIIBHEZEERSISHRRY, BEINMELTIRD Y
SETEZILBERERAE L, S0°CET TR 12h, 3F7E 300 C T AL 4h, B
mAHIE, B 1.5%AwFe,0:/Ni #EHLF.

5.2.3 CuO/CeO,/Ni {ELTIHI &

FIEBEEET, #— WK TR A AE BR 4l B VR & ¥ 1 I 2 B BR 91 7K v vl
&, WINEE N 3mL/min, %% 5 pH &I 7.010.1. RNERGE, $LEHHF 30
min, BE 6h, HE, AV, EEMEFIPMARERERD 5%[ CMC &
W, WEZIEEERRSSRRNRY, B8 IR EATBER Y IR E S FLIRIR
sk b, 110 CFF#10h, BEBTE 500 CFASRAPEK 4h, BREE]
5, 83| 7.2mass%Cu0/CeOy/Ni #4477

5.3 SFLAKRASEMFELFIRTERER R

EALKIEE RN R WA 2-2 PiR. RYFRAFEEAERARE,. AR
4 12mm. 5N EERE M R ~F 4 120mm X 40mm. F25F FHR 2 B Rk B 3§
B, RNEBEEHIE 40~300°C 2 1H, BREHFYET, STEA He 8X43 0.5h
DL RE R vy R AL AR, R S0mL/min, BB NS (HRSE 5
% 1%C0, 1%0,, 50%H;, He FHES) , AHATHENR 1870, FEHERNT
L2 MK NEE. SESFIE. H;0 f CO, %t AwFe0y/Ni F1 CuO/CeO/Ni fi
AFHERERI B,

5.3.1 REREELFItsER# I

RRE BN AwFe,03/Ni #fl CuO/CeO,/Ni B FITERE R B R 25 R 4 Al an B
5.1 B 52 Bice WE 5-1 RATLEY, O BLERERNEENASERER
4 B B sk, EBLE 83% A4, CO B RFEEMMMERERNI BT T M. £
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40°CH} AwFe O03/Ni EWTIAT CO MERMBRER, COEILEN 96.1%, L
44 58.4%, 0 CO F&HN 0.04%. B AwFe, Oz EALTIARLY, RNIEGEH T
T BE X AT RE 2 H T AwFe,03/Ni /L FIRIFI & T FEF I A CMC 1B g #5485,
ek FRMEEEPOL=ETHSESRER, BRT X CO BMEHER
if$, 18 AwFe,05/Ni HEAFIRT CO FALE T K.
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Fig.5-1 Effect of reaction temperature on performance over Auw/Fe.O3/Ni catalyst
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ME 5-2 FEFLIEH, XFT CuO/CeOx/Ni #EALF, KT 80C, ®EXRE CO
REBEEEAL RN . W S0CHE, MERNEBENFSE, O,FBLEEH M,
Z) 200°CH A 3] 100%, FEERFEAZ: CO B EBEERNBEMNH T
m, 160°CHEEZE] 100%, RFFE| 200CHE, XMEEBEMH SRR, 250 CH
[ 60%; FEFEYEN MR 80°CHR BY 100%2 8 T FEE 250°CRRY) 30%. 42&%
B CO B EMBEHEEHIREER, TLUUER, 160°CH CuO/CeOx/Ni fELLFITERE
B, CO HALEA 100%, O FLEH 53%, EHFEMHN 93.9%. 5 CuO/CeO;
fEALFIAREL, CuO/CeONi ALRNETE SR NEETEHE (160~200C) HEH
S4B R CO #1T T IRFRIERR,

53.2 SEKZSERHEALFIEAL A BN

1F AwFe,03/Ni 1 CuQ/CeQy/Ni AT F IFHN TR R, BT
AR EIHEATIEGER W, Z&RWE 5-1 .

e 5-1 Pk X A ) 52 B 1 RE Al B )

Table 5-1 Effect of space velocity on catalytic performance of CO selective oxidation

Space velocity Xeo X 0 Scoz C o am
Catalysts

b / % ! % ! % / %
18.7 96.1 822 58.4 0.04
AwFe,05/Ni 35.7 89.7 313 551 0.10
36.3 83.6 80.4 52.0 0.16

18.7 100.0 53.2 93.9 -
CuO/CeD,/Ni 35.7 52.6 52.4 38.4 0.07
56.3 §1.2 51.1 79.4 0.19

Au/Fe;03/Ni: Pressure=0.1MPa, Reaction temperature=40C
Cu0/CeQ,/Ni : Pressure=0.1MPa, Reaction temperature=160"C

MF 5.1 FETE S, 3T AwFe04/Ni F1 CuO/CeQ/Ni #E4LT, AT IE
% 18707 6, CO ERMEAMRERIF, CO BALESHN 96.1%F0 100%, X
I I3 B 4 Bl A 58.4%F0 93.9%., BEESMAKTIEAIEM, CO B R FNEFEM
BEE TR, XEBTEENS RN SR RS, &80 RNNZHE.
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5.3.3 CO, #1 H,0 H4E{L Tt 5ERY &2 Mgy

SEfFFEEESPIAEEERER CO,EFE H,0, FTUALEELEA]

METI R, Rk 52 iR,

F 5-2 CO, /Ml HyO MREACTA] R DY 1% BE (0 5%

Table 5-2 Effect of CO, and H;0 on catalytic performance of CO selective oxidation

XCO XU: SCU; CCO,ﬂm
Catalysts Gas composition
! % / % [ % /%
Idealized 96.1 82.2 584 0.04
CO; 87.3 83.9 52.0 0.13
AU/FE}203/NI
H,0 95.4 79.3 60.2 0.05
CO; with H,O 81.3 32.9 49.0 0.19
Idealized 100.0 53.2 939 —
CO; 87.3 50.1 87.1 0.13
CuO/CeO,/Ni
H,0 93.1 55.0 84.6 0.07
CO, with H,O 73.4 42.6 86.2 0.27

AwFe,04/Ni: Pressure=0.1MPa, Reaction temperature=40°C, Space velocity=] 8.7h!

CuO/CeQ4/Ni : Pressure=0.1MPa, Reaction temperature=160"C, Space velocity=18.7h"

MRFATLLFH, ¥F AwFe,04/Ni F1 CuO/Ce0,/Ni #E4LF], CO, F H0

PIARRR SR CO RMEME TR, Z&LRMFEN, RRE

Be FREE ARE,

EATRER T CO EMAFERRALETEREM, B H0 XA ERORE T
FERNYEGET &,

IEIER, BT BALEE T OR CO Ik,
5.4 CuO/CeO,/Ni 1L FI TS IR 5T

M BT HIBT I AT &1, 3 AwFe,0; i 7E £ FLIR KM _E#l & /Y AwFe,03/Ni

B4 F), EERNBEEEARENEASHES

1 CO #ATIREFRIERER, WO

CO & E®m T PEMFC XHAR A E I E SR, AReBir i TR E R

REMABLER L, Bl SORI HARE TR

TEHE

. T CuOQ/CeQ,/Ni {1

705 % R TE B (160~200°C) X CO #HAT TIREFAI 25, CO ¥4LE A 100%,
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BRI Tk K TEBE LR

LR KX CuO/CeO/Ni AR IR EMHITEEE., RN T 2% kNER
B4 160°C, RESEBHMA 1%C0O, 1%0:, 50%H,, He AF#HS, SAETH
#1870, KPEAHEIA 60h, ZRWE 5-3 BiR.

100 aadsaaa
2 MMM SRR R AL A S S ST
= 80
5 =
5 % 60
o
e = |
3 %
9 = 401 4—CO conversion

[ —V¥—Selectivi
20+ v
0 1 . 1

0 10 20 30 40 50 60
Reaction time / h

g 5-3 CuO/CeO./Ni 4L FIR R E M
Fig.5-3 Stability of CuQ/CeQ,/Ni catalyst for CO selective oxidation

MESRTTLLEH, CuO/CeOx/Ni ELFITERATN) 140 A, RILHIRE R CO
RS ALTERE, CO BILEE 99%LL E, MERNKREIREMN, CO #HiEF
FiTHE, REY 60hJG, CORLETREN 8%, HD COZFEN 0.11%, EFHM
ERNIEFREREHEENL. 5 CuO/CeO, EHFHLL, CuO/CeO/Ni L
FlIREHHERE.

5.5 ARE/NG

EED S%EFEFERH (CMC) BRIFIHEFIR & T AwFe04/Ni
fEFFT CuO/CeOy/Ni LT, RATFEHASMAT CO FEEHELRM, F8RT
RNEE. SEZTE. CO,M H0 ERNTZ&ANEHRMEERNEZR, @i
HARBHWT4EE:

1. X F AwFe,04/Ni #4H], ZERMEEN 40°C. SEFEN 18.70 &
CO EHEMEAL R NERERE, COBIER 96.1%, mHEHH 58.4%, 1 CO
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Y 0.04%, HEMNBEHESEPN CO #iTRHFNER, BEBSFESEH CO,;
1 H,0 & E LTI R B T .

2. JF CuO/CeO/Ni 4L, ERMEFEA 160°C. KEFTHND 18.7h
i CO EEMEILRMNEREREE, CO HEHEN 100%, EFEHN 93.9%, FF
M —ERiREN, 7F 14h 3 CO B{LBE 99%Ll b, EFHEFTREPER
o '

- 103 -



PRRR T REFE TG T EAR T

% it

SEMER FHEEEFHEASARERRITFZHEAES, KF2—HMEF CO B
FEEESHEHERECTIT RN RSB £X6 CO KNEMITEF, COEHM
RN ANERTIT. BRISKAR CO EEMEE AL E A Mg P
7, AMEFEREES, mAMEER. BRITAAEHNMBEENEBHEESR
WHIEACEL B Pt LA, ST REESFEFEEBHESANNATTEE.
A SCHEE T B Au EUFI CeO, BB SFAAMMELT, EFERLFTRE
MAEAERPAGETHE CO RFEMEANHEREHRATHR, HEid XRD.
BET. XPS. TPR. TEM 1 SEM # £ Mot FERAMNELAHITRILE. FHRWT
ik

1. NRIEUYAEAERHRE Au £ CO ERHRMHREMEARR, X
RS Au Bk KDUEERBEAYREAEBEAFTR. P AwFe,0;
AWZnO EHF, EREMRNERERRHERSH CO FAFENHE, H AwZnO #
1 F%8 € B B2 AW Auw/FeO; AL A EF

2. 17F AwFe, 0 EALFIRIGIZILIES, HI&EFE. METH. €HhEE,.
PIVEFFRE, BEEE. MARAGUREE FEEERMEATITHRER FE
K&, RRLEE. e R A EME. B NayCOos fE ATTER. 300°CHEEE.
FERTHAEAAEIEL 1.5%AuTFe,0; #B1LF], Au FRE/N, TFHREAN
2~dnm, FHURRE/ AT ESESAESE L, Auv TWE Fe,O 8AEZBAET
SBEIMEAER, FEEAFEERIFN CO BEMHEMAMER. £ 40C. A4S
% 1440007 BT, CO BELEN 100%, EFMLA 66.5%. BESFETE CO, 4
{EEALFIEE R, HO0 SHF#AFINEZESETHES.

3. AwFe, O3 BHFIFIIREHENFR R, RNEET Au BRIEEKAME
WHIRARYM BRERE BRI TR IERRA, REMNEMATTTELE
THEESRARTERERTERGUKE.

4. CeO; %Eﬁ‘ﬁk%%ﬁhﬁﬂ’: CuQ/CeOy LTI REB E R BB FETEE

(120~180°C) M EL AT CO MITRIFMER. CuO FBMBIEEZF
m AL MR E ERE, CuO F 8N 7.2mass%, 500 CESR P LEREH &R
CuQ/CeO, fE4LF], CuO 7E CeO, RERE T, FHHE#A CuO #AE] CeO; i
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fert, CuO 5 CeO, ZIRIRET MM EAER, F18 CuO/CeO, EALFIRIN LB
T CO IS fbiEfE. 7F 120°C. SA4ETH A 144000 B, CuO/CeO, #21L
F CO BHALE R 100%, EFEMHH 87.4%. EESF R CO, 1 H,0 S{#ELFITE
REBH B T &,

5. CuQ/CeO, HEALFIHITR BN EZH, RMIIFEF CuO FREHE L AN
CO, TEEALFIREA B 2 S BELREE TR FERE, fJLCRAERNR
FEF [a] Bk A8 7 AR ESEA IR E .

6. AuwFe,03/Ni ALRIERNEE X 40°C. KFEZFHE N 18707 5 CO #E#F
MEAL R S feRtE, COELENRN 96.1%, EFMN 584%, BN EESE
FRY CO ATIRIFHIERR . CuO/CeOy/Ni HETIE 160~200°C R} CO #HAT T IR I
fEM, RNEBEHRN 160C. SESEA 18.707 if CO HLE R 100%, P
# 93.9%, ELERM 14h CO FELETE 99% Ll L. EESNHER COf HO 1§
fEALFIVEBERI R T R,

i&miDI1’EB<J}$iSL=
. EEH Au AT BER KO NVEBENEEASHES CO #HATRIFR]

%E% SHnT 32 18 Aw/Fe;03/Ni AL RS CO EFE A MH B ITHEAVR.
2. WIS E B ERRE BB MR AT EEH THERASEF

CO BT BRI EAEILT], FHX AT E BT U 5T
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