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FRISE I, B3 FeNi AL T L 6E AT CO, Y K A AT (TOF) BL K CO SRR A2 # s R
RN S, 5 BRI AA BER AR CTESAD AR (LA AR F . Horfr, ALE 54 50% 1 FeNi/Ce-Al,

?i;%gi% MEALTRIZE 873 K N A Il (M b T R [ BiPERE . 44 I B AR 45 2T A1 1% (FTIRD 404, AL 5
b ANAIG N T 2R 1H Ce® R A 1 & &, [ B B 1 SR I AEPE 2 43 (1 43 B, IX E— B3R T T 61 3 FeNi

R - B U AR 1 ORI 1<l Ce A

—EH AL HEALTFIR 2 bt PR ) ) ) ) ) ]
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SR ALEE

1. 5|= (ODHE) 4 7= ¥ (CH, + CO,—> C,H, + CO + H,0)

Tk PR, A BE U A K A8 F AN AR AR A B R
B F BT B AR, A R A R AR AR R
A FERA TR 1 [1-3]. BTk, TUESMITR
PR 1R R EREEN A, REARAEEE, TUERCHMA
R EEMRIRFHRIE. PLCOMEN—FhgEMA, 7ol
TUAESRPE FEEMNHAS O (AHEAEER10%) ik
NEZER LIERH4]. 8 258 CO, I8 ) s S it
PPN [ 4 s B2 A2 R A . (Dild C—C St 24 2 e+
HE (DRE) 474 WA (CHy + 2CO, — 4CO +
3H, ; @i i BH B C—C B 1 W 25 £ b Ak i &

* Corresponding author.
E-mail address: yangwm.sshy@sinopec.com (W.-M. Yang).

[5-7]. AR —FESA—SMIESY, 2%E
AEZR TR, @S RARS AR AmEE
FR) 289 B i 0 2 SR A 7 [8— 107 i ik HH e
(DRMD 3RA3[11-14]. 2R, il JL2E I W #2 sl #d
e, BeFEm, HORZ 80 e+ = B A0 57 488 1T 1000 K
B AR R B T 2 DR 5 5 B3 Vi A7 08 8 T O 9 6, 15—
17]. AHHEM S, Lk T E B R VI AR (bL R e
TEHEEAL 100 K PL ED, B 58 5 R IR s B2 2% A 1 AR 77
A RUIE R R AR s, SR N AT [5-6].
BT, RraR AR LT, R R AL TS
PRI 2 T F b T BB S R [12,18-22].  HH TR Ak fi
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b g (i 2 H RO 2y SR 45 T R BURG, A iiE i
BN 54 )8 (Co. Ru. Pd. Pt &41b[21,23-25].
TR AR [26-28] 538 1 FH Bk 4 FH 15 74 v Bh 71 [29~
31K T A Gt FE A7) 2 RAE B il S T H R
JR7 PR AR T 900 K ¥ s S FE T 32 832 KRiE, S8R
AL TR R LG = 4 JB A5 4R [32-33] i E A Pk
& R MEALTI[S5-6,1 TIRI 7 28 Ni 2 2 A0 7)[34-35]. 1k
Gb, BRI & )R- AARSRA EAEH (SMSD X EE {1k
FIRSER S T B A MR A R . M8 A =%k
i (CeO,) 1ENMEALFIEMRR, BT HEmMEAGKED
A, RIS & R - Bk A EAER, XA
AR T NI AR 73 H RIS S 558 1 Ni 55 CeO,
AR 2 18] (R4 £ BE F1[36-37]. Liu Z5[38]13RIE T #R 40K AL
TR 3 38 J5 ) CeO, B 2 18] (1 4 J& - 2 vk i AH AR T
CO, 7 58 2557 Ab W B i 5 A6 1l CO RIE T 4A, Ni SE A
(6 Bin [ FH ARG T PR e C—HLABE RS AL 34 22, 76 Ni/CeO,
AL A2 B CH,, (x = 2,3)W0 %1, {75 H e 110 fift 3 48, 5
%% 700 K. Lustemberg %5[39]i3f — L] T Ce* 7E C—
H 4R B Th B A T, CeO, B A b R~ e/ 1 Ni L
REZHRM T, MR8k C-H B R IEL
ARG I Xie SR [4010F 5L 1 A AL 3K Ak 57138 1) Pe-Ni
W& JE AT TR R IR SR o 28 T B S SR, R
AT I8 i CeO, #ifA T LLAA 2436 48 CO,, I3l i X T B
Mars-van Krevelen A4 14 JE HLE AR 2 2 b iR 8, 45
PINi/CeO, AL 1T E R ML e B 4

AR, ARBREERE T E R R R AR B RS
T34 22 T KBS AR e (RWGS) [ & 2E[13,17,40—417,
CAHBEFREY], £ CeO, P 5l N Al Tt R Lk A T ALY
B, I A B CO, FITE AL AT S A RE 77, AT i
WK AR N [13,42]0 HETRIE FeO, B AT LAME Ny 97 2
RN AL Bh7R, i 3900 Ni (19 7 5% £ i NiFe &
&, FHF I KRR 4 S5 L[43R Joe T B I I [44]
W3, Yan Z5[45]38 5 2048 FeNi 7% M Rl 2 0 28 B 4% AL
FUFHHITE VAL 25, X Z e A I A B 2 e T E B e B
BIRKEEM . A5 R A BA & LR IEFENE ) FeNi/CeO,
AL TE APIGR R R, B ALGIN CeO, BM R 1% 4
JEIEVEA S R M A AT, DASRAS SRR 10 & e T E A
7.

KRB B -BERE AR BHE G R T — RIVA A&
J8 - B AR 55 A HLAE F ) FeNi/Al-Ce-O fiEALF, WFF T Fa
SN2 AE TR A1 R 2 FeNi i A6 7 16 £ e 1 88 e B M g
it X LR P REE (XPS) . HREFETHEIG R (H,-
TPR) FIgEE (AR X 6% e R M4 (EDS mapping)

ESE T 3R P 5 5 Al-Ce-O #ifh 2 1A 7775 42 & - 344
SEAH AR R, BT SNk AR R AR R A B e AR R 21 4k
(FTIR) LRSI 1 —Fh Al BE M) S ML LA 57 378 FeNi i
TR TR S PR W A o PB4 o A AR 57 1 41 378 FeNi
MEALFIMEALTERE 5 R I Z5H Z A DR R R AR (2 EAH
RIEAAR R IIBETT -

2. KRE Sy

2.1. AT 25

2.1.1. k5

SE B B A AR A B FE R B 4R R ) Pluronic® F127
(EO106PO70EO106, M, =12 600, [ Sigma-Aldrich)
JUKA TR B [Fe(NO,), - 9H,0, 98.5%, i Hiik 2Rk bR
AL AN IK A TR Eli[Ce(NO,), - 6H,0, 99.0%] fLKE
MR EE[AI(NO,),-9H,0, 99.0%]. 7N/K & MR [Ni(NO,), -
6H,0, 98.0%]. f13hp (25~50 H, 95.0%) FIT/K 2B
(99.7%), LA i35035 08 B E 2454 Bk 550 A IR A .
A RFI AR EAEH, R T — DA

2.1.2. Al-Ce-O AR IIA K

Al-Ce-O PR AH F F127 AR, 380 i 75 fi -4t fie v 45
G OEHRRZERES AU (EISA) AL, o LAt
KR AR AL 7 ) AL R RE[13,46-49]. FESLAUH &
B, R K 1.6 g F127 IR 7€ 40 mL 48, 76 E
RVEF NN ALEE R ELTE 10%~90% 2 8] CREANRE B AR Ik
19 m 10%) 11 4 J& BT 9K 44K [Ce(NO,), - 6H,0 Fl AI(NO,),-
9H,0]4L 10.0 mmol Jf i 244+ . IREWHE L )E (PE)
IR SRR PR E A S h, REH S ERE
B BRI AT IR R A R . SEETE313 K333 K &1k
24 hE, BB PEYIAE 373 K A R BT 24 h, BEJS
B TR E D IR b N = I 2218 T 3 923 K (THRE =
H2Kemin™), EFHBRFE4hFR]Y). CeO,H ALO,
BRI R A B, AR A &R AT IR i A
10.0 mmol ff] Ce(NO,),-6H,0 (4.34 g) B AI(NO,);-9H,0
(3.75 R B . B B B 1 P DI B A K

2.1.3. 7 # FeNi W 4@ AL 77 1A Rk

I R B T N 0 T 2 43 B B AT B BT CeO,-
ALO, F1 Al-Ce-O B A IRl 8 41 2 8 FeNi X4 J& i 16 57
[6,40,45]. TESLAIIA RO, 8 R & IR A i Fh 4
J& 2 181 A HAT FH e K4k . B 101 mg Fe(NO,), - 9H,0
83 mg Ni(NO,),» 6H,0 VA it 7E & LU 75 0.981 g A R 42 8 4



AR () FLRR IR 25 8 1 /K A3 2 AT SRRV, A LA
U I 0O B S0 I R o % I XA VAR n B 2 A T
TR . A& B E VR 2 (1) B &N 1.15 wit% Fe
0.40 wt% Ni, LAZRTE 3:1 1) Fe/Ni BE/R Eb . 4R 5 ¥ 44k 71
fE353 K P 12h, HFFET23 K FEFE4 h, M=
723 K (I FHRE R AN 2 Kemin™'. WIS R, Fe/Ni /KL
4 3:1 ] FeNi/CeO, f# A4 751 HAT 5 7R 1) Ni-FeO, it IHI £ 55111
BRI IR BEYE45], AW R 3:1 1 Fe/Ni JBE /R
LU s B 7 3 S Bl Al-Cee-O 544 3 1 4 i - 48 44 58 AH B A
XA RE R FEVEH

2.2, JEALFIRAE

R X AT (XRD) 43 #7 7£ Bruker D8 Advance
SS AT 441X (Bruker Corporation, 3£[E) LF#tfT, TAEH
JE N 40 kV, HA 40 mA, FR4%0.5°, 20 FIHHEE N
2 (°):min”", Cu-KaJ5¥£70.15432 nm. f# H Micromer-
itics ASAP 2010 73 #74¢ (Micromeritics Instrument Corpora-
tion, [ ) fE 77 K T W & 0BT - e B S5 IR 2R .
Brunauer-Emmett-Teller (BET) tbR A EHE M 373 K
623 KiES:H AR 3 h Il 571208 FeNi fiE 4k 57
1 70 2 2H B L R 5 45 B AR R T R B (ICP-
AES; Varian Vista AX, Varian Inc., Z£E) JlE. YAlJEf
H JiE #% B 3L 3R (MAS NMR) Il i 7€ Varian VNMRS-
400WB W3 4R1X (Varian Inc., EE) EHH T, HiEN
104.18 MHz, [ JiEi# 5% 4 10 000 Hz, 5FRIER N4 s. 1L
22 B4 AL P KAI(SO,), - 12H,0 AR A X5 . XPS 7
Thermo ESCALAB 250 J% i {% (Thermo Fisher Scientific
Inc., £ED FHHT, RAHMALKe XHLIE (1486.6 eV,
1eV=1.602176 x 107 D, sr#r{C@idRER 20 eV, £ H
284.6 eV AL C 1s AR HERL I TR W45 G RE (BED.

H,-TPR 358 7F Micromeritics AutoChem 11 2920 14 %27
B 23 14 (Micromeritics Instrument Corporation, 3% [H)
AT AEMA RS, R 50 mg HEALTRIRON U T A 9
B, JETE 50 mL-min' () He 3 AR 76 = 0 N 3EAT Tl &b
P, RS, 2P R R SCIGAE 10 vol% Hy/Ar iR &<
HHAT, E A 50 mLemin™', MEIRF] 1173 K ) FHR %
10 Kemin™s fiki CO £ 22 W B 5256 [F] A 7 Micromerit-
ics AutoChem II 2920 f¥. 2% W i 73 BT 4% _E3EAT . 150 mg fi#
T FILE 873 K 10 vol% Hy/Ar it & R 30 min, 38 )5 J5 1)
AL 7E He S P Wk, B BR B B % 313 Ko il )
10% CO/He (590 wL) [ lket, E 2] CO [l AR A4F
EE . WISCHR[17,33,45] 4038, (LRI CO MR SCE m] LA
PRt — PG AR A A (TOF) 77

3

W RAET (TEMD . &40 & 5 1 B s
(HRTEM) . & 1 JE 38 8 15 3% 11 6 3E 5F B 1 B 6Bt
(HAADF-STEM) Al EDS mapping 7£ Bk # % 1E ) FEI
Talos F200X i% 4 B 7 & # 4% (Thermo Fisher Scientific
Inc., £ED F5ERG, SREE TAEHRE300kV.

JR AL AR B AR e 4T 4 (FTIR) Y6 /2 #F Bruker Ver-
tex 70V FTIR J6it#4X (Bruker Corporation, &) _{#
AR B v LS S LA R AT () o R i R AR B R S 4R
b, FFEEZ T L 10 Kemin™ () T 5 38 5044 2 623~
673 K, 7422 h A FRF TR BI7K . TEES N R4 H)
BERERET FOCW . 7R AN B SR R AL 20 Ah sk
B v, 7£373~873 K M £ T % 1.0 mbar (1 mbar =
100 Pa) [ ZHEF1 1.0 mbar [ CO, 38 N J 87t IR 4L J5 AL
ZLAM 61 . FeNi/Ce-Aly s #4077 1 J5L A2 CO W Bt 21 41 e 1
JETE 5.0 mbar (373~573 K) A1 1.0 mbar (673~873 KD HJ
COJE 71 FREEM .

2.3, (AL FIVERE VT
18 11 100 mg {46 7] (20~40 H) F1100 mg A1 SR ()
RAEY, W K80 M e R A S RN (NER
7.5 mm) b PEAY G E AL FeNi W 4 Ja8 16 14 77 A 4R 4 1 R
HEALFILE 673 K N H 40 mL-min™' H, JRA7 AL EE 1 h, R)F
LS Kemin™ {) T FRE 2 1 08 (CH) CO, A%
KON IAVE 873 K, 4253 N 40 mL-min~'. C,H,-
CO,. NIRASMMARFILE N 1:1:2. EALFIRZ R EE
873 KIRFFE8 h, JHH WA M FRMEE (TCD) MM
WAL (Agilent 6820B, Agilent Technologies, Inc., F[E) 7
LR T VSR 2y o AR R R KGR T A R S 25 Bk
N, 4 F A A A DS TF B T 82 1k A% v F il B A A 51 R
AR . 7 873 K N HEAT LML A2 sk 8, DAPPAR
SRR RGN I B TURR, 45 AR B LS e AT DL A
e TEARSCH, PR MERSHEAE (O, TOF. £T 4

FEERENE (O ApER (V) AT AR E -
F

_F

X,= Fi‘ x 100% (1)
Fi, in')(i
TOF,= Uoms (2)
_ Fi,out . NLC 0 .

S[_ FCzH(,,in_FCzH(,‘out NCQHb.C ) 100A(Z¢CO) (3>
Sco=1-> . S;x100% (4)
YizXCZHb.Si (5)

Ko, FRIF, J9 R BRI R (mol-min™)s U,
N COMUTRE: (mol-g s my, JHALATE () N A
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Yorb B S IR DR 1 K

3. &R 51¥iE

3.1. G5HRAE

HE AL TR A 2R X IR 2R AT 56 B AH B 1) JCPDS AR Fr
WK 1 Fis. FeNi/Ce-Al (x < 70%) A1 FeNi/CeO, fi 1L 71 )
47 5t W 6 B CeO, (Fm3m, JCPDS 75-0120) () % 471 5L J7 45
¥4, 10 FeNi/ALO, A6 (AT 516 5 n-ALO, (Fd3msS, JCP-
DS 77-0396)— 3. FeNi/Ce-Al, , M .75 M 2 B H BA & (1K 41
Y, & CeO,. m-AlLO, Al AI(OH), [P1(1), JCPDS 24-
0006] = ZH AT 50 . HLZERE S AT S BHE R A R 3 5
Fe A1 Ni 4150 #H o< i3 Scherrer J7 FE[50]1H 54 AL 771
(T35 dfobL RST a5 1 Bz, A (1 P38 ok RS B A AL
BB RGN R N, X R AL SN T A )
Fibestvi[47]. Eid K B TEM BUE 98K Bk R~ 4i it it
SRR FeNi AL R B R ST 20 Ao B4 FeNi R AL 751 1)
TEM FI HRTEM & WLF 3% A TR B STRIEIS2. & 1R
FeNi/CeO, fll FeNi/Ce-Al_ (10% < x < 50%)f# fb 71 (1 ]~} 43
AR [FI AR RGP SR RS BT . IR 1 B, £130 7 FeNi
EAFIMBET RS Al E2IEMK. WK S2HxR,
BT LT R, FeNi/Ce-Al (70% < x < 90%) 4k
FIEIF-3) SR RSF AR 5/, X7 T 58 FeNi fi fk
FIRSE 045 BET R A Z A1 1908 & . 7EEI ST AIE] S2
o KEEN312 A0 271 AL 1.91 AF12.38 A (& 4% 1] E
g3 ) % BT CeO, 1 (111) T ~ (200) [ 1 (220) 17 LA &
n-ALO, [I(311)1H . H T FeNi/Ce-Al, , 1k 57 i 45 & & 2=
HARG B, bR ) B HE DAV R

NT IR A O AR, TR T SR A
FeNi A6 0N N AR Fl iR A% S 4, S5 15 TR 1. i
pseudo-Voigt It £k F F0H I 5287553 BT XRD 35 4% & 5 Ak
Bl B A TP ROR RLAE kg AR [51-52]. 4l 1 i

FeNi/CeO,

LJL_Am__\,

FeNi/Ce-Al,,
FeNi/Ce-Al

MA/\ NN

FeNi/Ce—Al,,

FeNi/SrCmn, n . A
FeNi/Ce-Al, A [\

Intensity (a.u.)

FeNi/AILO,
n
[T | ‘I.l.. b w st o f A
10 20 30 40 50 60 70 80

20(°)

1. 4RI 97 Ek B FeNi fi 46 751 ¥ XRD B3 . B A A% H CeO, (Fm3m,
JCPDS 75-0120). 7-ALO, (Fd3mS, JCPDS 77-0396) A AI(OH), [P1(1),
JCPDS 24-0006] (1147 JCPDS +~ i 1N Z % .

AN, R T HAT B ST 85 K4 ) FeNi/CeO, Al FeNi/Ce-Al,
(10% < x < 70%) AL, FAPD A SRS AR LA i
FALEEMIINTE M, CRERRE A 725
ANEETEIALG, BT R A RO AR, 4
AR 1 b W AR 1S B2 MR . BEAh, R 1IGgH T
Bragg B HAZIN BESH. X ATES4BRT
FeNi/Ce-Al, (10% < x < 50%) Al FeNi/ALO, fi 1t 7] 1]
YA MAS NMR K . 8 ppm F1 66 ppm AL 18 16 73 51 %
o1 J\ TG A48 40 DG T A FBE 7 6 ALY, T4 24 72 9 38 ppm b
1 AL o5 5 ) CeO, A A% ) AP [53]. FeNi/Ce-Al,
HIFeNi/Ce-Al,, AL TE 38 ppm AbIESE FEE (11389 & AP 5
i CeO, i AR 1945 B . FeNi/Ce-Al, ; F11 FeNi/ALO, fif: {471 it
P B AR AL 22 B 7E B A 1 AL B 1 FeNi/Ce-Al, (50% <
x<90%) AT, AP IR AR E K\ AR AL, A
BEAAL, HAESESHENTAEESHAEERAE K
OH AP ARG Ce" A, TR Qd
Ce*' [n) Ce™ LR B T2 AR /0N, IR 1467 o L o 1

RL GURAL FeNi AL KFE o RS (XRD R S AROULINE AL b 5 40 TEM RS 37 $08f8 Al BET K TR

Catalysts XRD size (nm)*  Microstrain (%) ** Lattice parameter (A) * TEM size (nm) Seer (m*-g™)
FeNi/CeO, 273 0.50 5.40(1) 31.8+£6.7 15.3
FeNi/Ce-Al 15.7 0.89 5.39(7) 170+ 3.4 17.9
FeNi/Ce-Al, 10.1 1.43 5.44(9) 11.6+1.8 55.2
FeNi/Ce-Al 8.7 1.60 5.41(9) 8.6+0.9 79.0
FeNi/Ce-Al, 8.1 1.62 5.40(1) — 96.5
FeNi/Ce-Al, 5.8 1.07 7.90(6) — 111.8
FeNi/ALO, 6.7 0.93 7.90(7) — 125.5

* Calculated (440) diffraction peaks for FeNi/AlO, and FeNi/Ce-Al, and (111) diffraction peaks for other supported FeNi catalysts.

" Estimated via the single line method for analysis of XRD line broadening using a pseudo-Voigt profile function.



R R B, (AL, AR S B R IO R T R
AL AT Ce® WA R A LA 3 ) 4 FH B 46

3.2. fEALTEREVEY
FeNi/Al-Ce-O. FeNi/CeO, fll FeNi/ALO, ff k7 7 873 K
RS ML R 2 M 3 ok . SLIRER R, A
A A AR B 4L A3 A7 AR 7 FeN AL 70) () 2 J6 T B B i
PEEEE EBER., W2 (). (b) Fia, 7#k7 FeNifi
WHE ZBEF CO, b R 5 Al E & (0<x<50%) 2IE
FHOR, HALE &M@ 50% M [E 3 (a). (b) ML R
SEAMR IR . TEMFZAMESSH, 729 CO Mk F Ik
WEEE AlS R (0 <x<30%) M8 EE8n, o
I e FEPEAE DL PR AR . 4 AL B AE 30%~90% . [8 22 AL B
FeNi/Al-Ce-O A1) CO e £ 1 M A2 E 75 96%~98% . Ul
K2 (¢) FIE3 (c) Fizr, FeNi/Al-Ce-O 4L CO =
A ALY B 3G 02 3R A [R] 6 S G s 98D )
Horf FeNi/Ce-Al, s A0 LA 551 1 L e 1 CO, e AH 22 DA

5

J COERMEM= 2, RIVHBRER C I T EEMERE. H
BERI L, 7E CeO, 1 51 N AL JG 3 ] RE £ 38 5 2 11 75 14 20 2
5 Al-Ce-O #ifk 2 IR WA TLAE R, AN ik — 20 o2 47 3 Y
FeNi 40 I AL RE o

G148 7 FeNi 4k 71 7F 420~480 min [ 7 B4 AL 1 AE %
agifER2d. 23ISR NG, ki
FeNi 61K 2 58 A1 CO, 2. CO R HEME A ™ 2 (1) A
SHIFT A K A2 . FeNi/Ce-Al, AL 72 L H B 1)
LT EBEMERE, LR 11.7%, CO,Hib RN
33.1%, CO =N 11.5%. MR CO Wk & it 5 61 3 8L
FeNi AL AL A2 (TOF), FeNi/Ce-Al, i 1k 71 %
ZGEATCO, I TOF 43 51 A 47.1 min™ A1 133.1 min™', [ Ff
S A ST H I IR IE 1 £ 8 T B R AL 70 (0 fi AL P B
EL#2, FeNi/Ce-Al, AT B A 5 H Al m M fe £ e T H 5
HEALFRIAH T 1 /=5 TOF A1 COIEFEME, LT e 2 IR T
BRI B G MEH r 3E . ALE &S T 50% B
FUFEZ RN R R H BRI 2 5¢ F CO, TOF 18, iX 3% HA

30 80
° FeNi/CeO, FeNi/CeO,
5L 4l —e—FeNi/Ce-Al, —e—FeNi/Ce-Al,
FeNi/Ce-Al,, 60 FeNi/Ce-Al,,
9 3k —v—FeNiCe-Al,, | = —¥— FeNilCe-Al ,
g 20 | , —#—FeNi/Ce-Al, ‘ch —#—FeNilCe-Al,
2 0 100200 300400 500  —© FeNiCe-Al,, | 2 —*—FeNi/Ce-Al,,
£ M 940 M_‘_‘
Q c
° 8
I o~
o 10 \\‘H**—w 8 \‘“M
20 +
Sk
o Py o ——— " "
0 L L L 0 L L 1 1
100 200 300 400 500 100 200 300 400 500
Time (min) Time (min)
(a) (b)
24 1.4
FeNi/CeO, FeNi/CeO,
20 | —e— FeNi/Ce-Al,, 1.2 —e—FeNi/Ce-Al,,
FeNilCe-Al,, FeNi/Ce-Al,,
16 —v— FeNi/Ce-Al,, 10+ —v—FeNi/Ce-Al,,
93 ~#— FeNilCe-Al,, —+—FeNi/Ce-Al,,
= —<4FeNilCe-Al,, | o 08 —*—FeNi/Ce-Al,,
2 12 o
> ]
0 T 06
O
8 L
0.4
¢ :‘*..__._4 0.2 b o T S S S SN G SN SR SN S S ) a—
0 1 I L 0 1 I ! I
100 200 300 400 500 100 200 300 400 500
Time (min) Time (min)

(c)

(d)

Bl 2. FeNi/Ce-Al, (10% < x < 50%)HI FeNi/CeO, AL IR A& [ B & AF T 0 Zhe bR (@, CO,H#4k% (b). COf™% (o) MIH/COBEREL (D, KW
REA873K, K1 atm (1atm=1.01325x 10° Pa), #4940 mL-min™ (C,H;:CO,N, = 1:1:2, GHSV =24 000 mL-h™"-g™").



30 80
FeNi/ALO, FeNi/Al,0,
25| —e— FeNi/Ce-Al, —®— FeNi/Ce-Al,,
FeNi/Ce-Al,, 60 | ~ FeNi/Ce-Al
= 20 —V— FeNilCe-Al,, | __ —¥— FeNi/Ce-Al ,
b= | ¥ FeNifCe-Al,, | & % FeNilCe-Al,,
2 ~* FeNilCe-Al,, | § ~*~ FeNilCe-Al,,
o 15 2 40k
c >
8 8
T 10} ) ~
o 8
5+
100 200 300 400 500 100 200 300 400 500
Time (min) Time (min)
(a) (b)
24 14
FeNi/ALO, FeNi/Al,0,
20 L —e— FeNi/Ce-Al,, 1.2 —*— FeNi/Ce-Al,
FeNi/Ce-Al,, FeNi/Ce-Al
© —v— FeNilCe-Al,; 1.0 —¥— FeNi/Ce-Al,,
3 —= FeNilCe-Al, ~*= FeNilCe-Al,,
< —<4— FeNilCe-Al,, | o —*= FeNi/Ce-Al,,
T 12 8
> I
8 L —
8 L
4
0 L 1 1 L 0 1 1 il 1
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[ 3. FeNi/Ce-Al_ (50% < x < 90%)H FeNi/ALO, AL RIS I RISk A T (1 2 ke ZE (a). COHME (). COZE (o) FH/COEEREL (b, S
BEENST3K, EJSINT atm, 2440 mL-min™' (C,H CO,N, = 1:1:2, GHSV = 24 000 mL-h™"-g™).

FeNi/Ce-Al, 4471 2.0t T 58 [ 801 B 10 48 v AN B 3 S
H A R T ALS B3 0, 1 2 5 3R T S 1 2 4 A AL-Ce-
O H M Z I HIAH BHAE A 9% BT 1 K S AR e |l s
R [33], 7249 Hy/CO BE /R LLAK T 0.75. FeNi/Ce-
Al HEALF B AT B A9 H/CO b, W ALY 51 NS i 4
S J - B AR IR AR ELAE T, A T RN R R K R
AF it £, IX 5 FeNI/AI-Ce-O fi# 44 771 1 2 T 48 45 fr
AKX

3.3. RSB

i I XPS A I AL J5 S A A 75 2 T8 R 7T 2 4L RO
#r#&, FeNi/CeO,. FeNi/Al-Ce-O il FeNi/ALO, # 1k 7 )
HL 7 Ce 3d AT Al 2p 1% 0o REZR U B W1 B 5% A R I IEIS6 (a)
(b) Fizn. TEEURAELEFE S, FEAE S 7E Ce 3d X I &
FOtimid 22 10N, THERE S Ce Al Ce* 1Y)
gl [54-55]. HA a5 54 Ce 3d,, A EHE 2 (V.
Vor Vv v s VRV RIS AN Ce 3d,, H BESLE 7 R ('

]2 S FeNi {41 CO WIS FIFE 873 K A KN 2% T 420-480 min T (AL I RE 2 45
Conversion (%) CO yield TOF (min™")
Catalysts CO uptake (wmol-g™) CO selectivity (%) H,/CO
CH, Co, (%) CH, Co,
FeNi/CeO, 58.1 2.4 34 153 0.4 1.7 2.4 0.10
FeNi/Ce-Al, 55.2 2.5 6.1 59.1 1.5 1.9 4.6 0.12
FeNi/Ce-Al,, 38.5 6.0 19.1 95.9 5.8 6.5 20.6 0.17
FeNi/Ce-Al 10.4 11.7 33.1 97.7 11.5 47.1 133.1 0.48
FeNi/Ce-Al,, 10.2 10.4 314 98.1 10.2 42.4 128.1 0.40
FeNi/Ce-Al,, 20.7 6.2 19.8 96.8 6.0 12.6 39.9 0.22
FeNi/AlO, 32.9 2.8 8.4 86.1 2.4 3.5 10.6 0.27
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EES6 (a) 1, 5 FeNi/CeO, 4L, FeNi/Al-Ce-O i1k
7l Ce 3d #% Lo BER I 45 & RERE R Al & BN 2218 F
B TEIS6 (b) ., KA Ce 5 EHIMGIN, FeNi/Al-Ce-O
AL AL 2p £ 0 REZLH A L FeNVALO, BRI S5 & /e
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®3 K Ce M & I o TR Ce 147 i TESA (S, BhJ%
SR FeNi REF A 1 O 15 Bt B2 0,/0, b

Catalysts Ce**/Ce u"/Ce Ce/(Ce + S (mg") 0,0,
(%) (%) Al) (%)
FeNi/CeO, 19.5 12.9 100.0 3.0 0.32
FeNi/Ce-Al,, 224 10.9 78.9 3.2 0.35
FeNi/Ce-Al,, 239 10.8 69.5 9.2 0.41
FeNi/Ce-Al,; 34.4 9.4 56.6 15.4 0.49
FeNi/Ce-Al,, 38.1 8.8 35.6 13.1 0.73
FeNi/Ce-Al,, 52.5 44 12.1 7.2 0.97

Btz A TR ST R T AR R IR A7 # BY FeNi fiE b
AT O 1s REZL A Fe 2p REK I XPS Jeitk . 7EEIST () i,
529.2 eV M1 531.7 eV &b B 45 6 68 40 XS BT Ce ZE AL
MIdRkg A (Op ISR R A BRI (O [41,57-58],
ALO; O IstZ O REH LS G REAL T 530.9 eV [57]. K3
O,/O, I LU 71 [l 25 AL 2 A 3 0 1 i 486 o, 3X 3% B Fe-
Ni/Al-Ce-O f 44 71 2 TH 8 = A0 & 2 3G I [13,41]. EES7
(b) 1, g AL FeNi {4k 71 1) Fe 2p #% 0 BB 9L 45 & R AE
710.9 eV F1724.0 eV [ffifr, EWRAE K Fe YR E R BT 2

7

HH AL B A &S ) Fe, 0, [57]. HE— B 3 2 it &
TIE A 55 1 2 T 40 2 6 o B S A R IR T S8 S HH I K
532 nm O BOR 1 R FeNi AL 7 4 20 itk . %
462 cm RE A iR AR BT 45 K 1 Ce-80 HIR B FIT I F, 4R
R, PBAE 254 cm™ FI1596 em™ A (1) 3506 4y HAC R —
B s (2TAD B AL s 15 S (D) B,
T/ Ty AR X 58 J8E LU S T Ce B 804 0 48025 62 1 3 5 [59—
60]o MRS FTIR, I/l Y5 JEE LL T AL 2588 10 18 o i g
BEGIN, XWRWE ARG NGRS T RIATM & &,
I T FeNi/Al-Ce-O A 71 2 1 FR 8 /K BE U4 SR o 25
., AE CeO, #ifk 5l N AR LUK IR TH Ce™ Py AT 2
LI E, B E 2T FeNi/Al-Ce-O AL NS 2 b8 T 3 I
LA RE o

3.4, i S 3 HT

147 FeNi {46 77 () H,-TPR £k 4 fios . 1ER
XFEG,  Ce-Aly s B G 8k ¥ 50 43 e i A0 ) A 4l CeO, B A4 1)
H,-TPR i ZE U b3 A s 1 B SO B . T8 CeO, ik Ji Al 4y
HNEABYEL, 7T 600~800 K 2 ] f 55 — /> 98 I /& CeO,
e QIIRGR RN IB Y T TR VA L E | e —a7 o g i)
CeO WAL LA 55, KT 800 K 1 25 — AN U4 J2& 44 AH
CeO, 1138 JFIE[61-63]. AN 4 For, 763 %M 44
5, FeNi/CeO,fEALFILE S50 KA B T — A smlg, 5
% 1T M B 23 R 3R THT S0 TR 9 51 A2 1 CeO, R AR IR AT 6
[64]. & SO (1 ¥4 & Ni/Ce-Al, AL 7E 600 K P
16 J5 0 B A L Fe/Ce-Al s EAR IR AR IR B2, XKW Ce
BEE AR NIRRT INIPIFI L Fe HR S RAREH . 55 Fe-
Ni/CeO, #HEt, FeNi/Al-Ce-O {44 73 Ji U i o A 1k It
FEFH i 2 B ALK 51N 2 35 3 0 17 SR THD I 1k 26 40 A AL
WA 2 TR ) 43 - A A ELAEF

N T E A A AR R R b R T 1 2 ) 1 oy A 1
B, Xt = AR MEFE i FeNi/Ce-Aly ,~ FeNi/Ce-Al, s Fl Fe-
Ni/Ce-Al,, #4177 EDS mapping 7 % 4H 5 70 A k. a0
KI5 2K 7R, Cefll AL ZTE FeNi/Al-Ce-O fEALFIZR TH
BI51 554, {H Fe Al Ni 7E Al-Ce-O %44 3 TH 111 79 4 21 KA
AR WP 5 H Y FeNi/Ce-Al, A4 77 2% T A 22 B 55 /N 1)
X4 )8 FeNi g K BURL, 2 BLE5 #) CLpiF B 7E L e 0 — %
AT (1) S N2 H X6 T 7= ) M B A s B [45]. Wl 6 A
B 7 Bion, BEE A AL BEIIEIN, 1 FeNi v 4L
Or W o A BT & E AR AL, R BN R Fe A Ni 4R 7E Al-
Ce-O BRI 7Bt & S B ARSI AN 58 1 31
WA SEEEN BRI AHEEN, BT 48-
WARGRAD HAEH, R Fe A1 Ni PR BEAL B ST Hh 43 807
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i, 7E 373~873 K I i & F1 2.0 mbar (17 5 /& /) (C,H:
CO, = 1:1) FRE T AR 5 B A7 20401
FeNi/Ce-Al,,« FeNi/Ce-Al, Al FeNi/Ce-Al, , fi .71 i) JF A7
LEANGIE I 5 A R S10 B S12 . B k=
T IN Rl N0 VR = Y RN ) D D S ) 5% i =
o FEM BB LL AR 73 = ANMRHIEIR BN X 38, R TR
I AT IR

P 8 i B e 3900~3500 cm™! Vi [l A SR 21 ARt i
BT SR R FE R R SR A K15 .. 3770~3790 cm™ Ak (1)
717 K 3706 om™ Ab PR R G T 23 Sl X R ALRT Ce [ B RC A 12
B QMERIL) [65-68]. 3732 cm™ BT R A 32 ZXF N Al
M 1-A BRI R MRS, WrlRe A s 5%
T Ce™ BH & T 45 A 10 AR o 2 BE i sk [65]. — N,
3625 cm™ PRI 1% 7 PSSR IS D3630 em™ A2
HA AR A 2L Ce O TI-B BUZR YA (O-Ce—OH-
Ce-[1; 23619 cm™ &R IIRIRE S (HCO,) )
B, ATLLEH 3706 em™ A5 48 FE 1IE S [67-68]. A8 H
ATCAEE R, FHREE B JH Ce (1 11-B B2 YA T AS &
A I-A B EN R, i FeNi/AL-Ce-O AL IR TH & A

10 nm

(e) U}

Bl 5. i )55 ) FeNi/Ce-Al, | fiE L 71 i) HAADF-STEM &% (a) 1 EDS
TEREAMER: b FME. (o) Ce. (d) Al (e) Fefll (O Ni,
e R 10 nm.

KEHTAL, ERNAFFEAEEE. ksh, 3598 cm™
AR T AT DL PN . 3600 em™ ik Ce ) = H M 2
EYFh (ITARFRIE) 13593 em™ Ab 210 5 T AL IR R £:
YFh (—COOH) [67-70]. W8 (b) Fix, K& XM
M FE BT, FeNi/Ce-Al,, AL 7] _E—OH & o) 3 45 58 &
BRI, RS HLO A i s b, A 3L [ HoAth £ 4 Y
FeNi {14 7 br B A 58 I 0300 7K 0 S 1 s I 7 2 5
EIffTH,/CO L,

P HAE 3150~2750 cm™" DX 355018 WS A 1 o 2 T 2 T
B R C—H B AR 45 PR 2 . W& 9 frax, 3005 cm™ Al
2931 em™ B A 58 05 15 5 SR R I — R A R R R
SRR (v, FIRFR (v) C—HEMEIRSIA X [71]. %X
S C—H PR 1 7 R WA R 9 23 (v, oy, 2970 em™,
Voecn, 2931 em™, vy 2880 em™) [72-73] M LBFE (v, o,
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&l 6. i& J5J5 ) FeNi/Ce-Al, ; i {7 () HAADF-STEM B & (a) #11 EDS
TERBEARHEE: (b BME. (© Ce. (d Al. (e) Fefll (P Ni,
L5 RO~ 10 nm.o

2977 em™, v, o, 2933 em™, v, ¢y 2878 cm™) AFAE[73-75].
2953 cm™' Kb BISRUE XS BT F R Eh R K] C—H AR B 1%
A7, AT 2895 em™ Ak 5 — /> S U DU of B2 A 147 FHY G &6
i) C—H 1 45 3% 51 1% 17 [67,76—77]. 1E 373~873 K I &
T, =R 3150~2750 cm™ i B A 11 SRS 21 4k
ik 22 FAR N, IX IR FeNi/Al-Ce-O AL FI7E [ N it A
WA T R AR TH C—H R B, fE— e RS Al
B AN K

B3 A R B S13 2 9% BTE 1800~1000 em™ Y5 Fl g J5
BLLLAM G, R BRI = B R 15 R B A8 14 7513 T PR ik
R EEWI A (OCO) [67-68,77-79]. M=% A 136 S2 S &4
TR B AE SR BB FeNi AL 7 B AN R B 2R B IR 28 R
1 3 R0 R ER DR (1 2 A iy VA S o M S ZRBRIR B A0 11
WS I 7 1B 10 F FeNi/AL-Ce-O i A 71 (i JEL AL 21 41 ' i o
Pric ik, B10 (a) 1 FeNi/Ce-Al, b7 20 40 i

(d)

20 nm 20 nm

(e) ®
Bl 7. i )55 ) FeNi/Ce-Al, , fiE L 71 i) HAADF-STEM &% (a) 1 EDS
TEREARMER: b FME. (o) Ce. (D) Al (e) Fefll () Ni,
L6 R 20 nm.

WA mEE 10 (b (o) A HARPIASFE b 1 7 0 A0
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5 CO ML P 2041 i i 10 () Frs. EI10 (a).
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2 SRV Ph B RFAE R WS I, SR H S BEAE CeO, K TH R 4L ™
YI74]. TR CFR PP HITE AL, [F FeNi/Ce-Al,, fi
1B 7 M1 EL . FeNi/Ce-Al, F1 FeNi/Ce-Al,, fi 1k 71 1430~
1425 em ™ AL LLAGIE SR EE A B B, H 1660~1640 cm™
H11230 em™ Ab 45 2 () C=C FI C—H A 45 3R 5h 14 3 W] 2475 15
FeNi/Ce-Al, , AR 10 1) T AR, T A 2 3R 1 SR
EhYFN[80]. Pk, W] LAHENWT FeNi/Al-Ce-O AL 7)™ 1%
P 17 A 7 H 2R T A DR B 0 R ) SO BT B RS Y .
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