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(1. WK TR, B bR S SR A 5000 %, DRI A 010021
2. BB BRI BRSO, KIE 116011
3. TR, LT HEA AR R R E A5 % , L 100029)

HE A EEIR-REELE 900 CHRbe 3 h 5l T besk A i i 2 AU AL CeO,/La, Sn, , Co, 50,5, I
FH BB RN, o AT LR BETE e, AL ARG i 1o T AR e R vl o 43 R R
AIE B AL 90% ML ( Ty ) IR 2 564 °C, SHH I Z5 04 T il £ i B — be st 40 AL La, Sn, , Co, , 0,5 Al
La,Sn, ,Co, ;0,55 CeO, HUMIR G MM LL, Ty 43 HIBEL 78 F1 135 C. X HIENTHIZERFEM, FRga
W AT CeO, 1 La,Sn, ,Co, 50,5 2 FIHIAH, 735 61 2R AT T Y CeO, LLALIR & HE AL (Y
CeO, F TR FETE G5 HL, T S il e D7 S 30, 1F 52 35 17 316 7] CeO,/La, Sn, , Co,, 5 O, FUAH R 3 />3 J U4 Ik
) b o — e G RUEAR T La,Sn, 5 Coy 5 O o AR 3 /-3 04 I B BA b B AT ; 385 5 vl B BRI 1 0 S A
BREE R, Wi TR AL CeO,/La,Sn, ,Co, 50, FULELEEESI0R , TR MBI AT, R R MR e/ BB
BRIRIETN X G H T-AETE S5 SRR A 1 7 248 AL 57 CeO,/La, Sn, , Co, 5 O, 5 45 Al S S s, %
T AR A AR 2, R e 0 T AR R (LR B AT R A B A R P 0 ) R TR

KA MBI s, AU H bbb

hESEE 0643.36 XHERFRERL A

RIRA( BRI N e ) VB — i il R IR AL, HOR HTRIB 7 U O A4 B R R AR AL
VR MARMIbE , RIR TR T N MRS IaIRGE , JOERRBEIRIE Al ik 2000 °C, REflzs <K
(N, 52460 NO, S A H UK, XIBEE ™ H 55, RN d T KRB RN A e 42, SECK A bERE
R, IAT BRI AR ALl 2 R e A HRT. A7 B3R R R AR K MR 1) T A i 2 1) AR AR A e
977 SR KR, T3 AR AR R AR (TP bt ) RRBE S AT AR RE ™, A AR AR bl B
HI7E 1500 CLAR 7 AR NO, S5 AURI A AL, SRR SRPE TN oE 4, M R 5% AL
BerHER A B iRy, SEBL I R B SRR I A e, HRT, BFSE I 2 00 5t s AR AL
S R AR AT LA R IR IR SRR IR, (el T 0 5%, IAERUE ez, PRI TR, e
N o1 A PG E MR n AR S8 R A AUk, /SRR s sk e B A i 55 4 32 R T, (B T1E
NPT E MR AR 58 R B2 5 A A be i TSR AL IR D Y Ge A b AR O BIF 5 55 0 A ) SR T BE ik
A AR Ln,Sn, 0,4, Ln,Zr, 0, FARB A Hef A1 B ALY R TSR BE AL IR 7, (B ALK
FREBIAR. 2008 4F Cheng 51" 548 T I IILUTRE L Tl % 1B A4 Bl B e 1 ALK I La, S, Co, 0,
(P BEREALIRBETERE, A La,Sn, ,Co, 4O, HIMEACACRELHS , Il ke 58 e AR 16 3 597 ¢, H
ik A besk i, P, BB A A M AT — o LA IO FH A 35 1) SR AR SR B A
P, B AT, A SR B Be AT B HGE T 2RO R R 2 & s A A, xR 2 5 A e
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SRS B, ELAR R AL 0] 32 2 AR R ER MBS B8 T S8 AL W TG PR 2, A S 97 30
BeLk A1 2 G AAC M RIWT I B e e 41 300 87 3 RUARE AR RO IF 5 18 R LA TE . AS SO B B A R be 11 5 4
1Y) La,Sn, , Co, 5 0, ¥ 87 2800 - S8 AL B Je /1 0 TR Be iR R , PR 1 30 f dobe s o RO AE A0 T Y
BEREALIRGE SO NI PERE , 15 B—be i fr B 5 A AL AR AT 1 UK.

1 SEIGERS

1.1 KFENF

By FEERR [ La(NO; ), + 6H,0 ¥ 4304l , W F Rt i KU b3 BHB A BRA A 5 fis R 4
[Co(NO,), - 6H,0] FIAHER4 [ Ce(NO, ), « 6H,0] ¥ Rorbral, T E 2y 2AR R A BRA 7 W
TSR (HNO, , U450k 65% ), RKHETT LIRS i fb 24 5 T & A BR A A

DSADVANCE % X 526 ¥y R AT 5 ( XRD, 75 [E Bruker 22 ) ) ; ASAP2020M Lt 3% a7 £L 42 I 7 {Y
(BET, 2[H Micromeritics 23 ) ; TecnaiG2F20S-Twin200KV %137 % 57 5t Hi 8% ( TEM, 25 [H FEL A7) |
Multimode )5+ J7 i 5% ( AFM, 3£ [E Veeco A H]) ; CBT-1 BUFRJF FHR A (H,-TPR, 3£ & Quanta-
chrome Instrument 2y 7]) ; Topologic Systems MFD-500A H2 i €& /R i (¥ ( H 4 Topologic Systems 23
F]) ; Thermo EACALAB 250 I X YEHL FHEIE{ (XPS, 3 [E thermo scientific A ] ).

1.2 fEEFH &

SR FH VS IRE 58 I 125 1l 45 PR — e A1 BUEAL R L, Sn, , Coy 0,5 FRIC—7E T LU I8 By AP i R, i
AZ AR, IAGE 5 1Y i 4050k 32. 5% MHRAETR , F 90 COKIRIIN 2 h J&, M8, 1 m
=R A A E = ) La(NO,), - 6H,0 Fl Co(NO,), - 6H,0 ¥k, 4kZ2E10 4 h 5, KA
AP TT 70 CHEESBRE 7 h, WSS ; FATIKIARLE 100 CF T4 24 h, T 500 C H 3453
i3 h, F57 900 C i dkibe 3 h, 153 RFAEH#ILH] La,Sn, ,Co, 0, (IC AL a).

KT R IE 15 it 1 ) 45 b A7 A0 7 481 AE 3] CeO,/La, Sn, ,Co, 50,5, FRECH F I H5 R kT
BEIR, A= LS, I AGE B 59 B 0500 32. 5% BYRESIR , T 90 C/KIAINIR 2 h 5, 8 HA
fi# ;P = RS A S @ LAY La(NO, ), - 6H,0 il Co(NO,), - 6H,0 W, L Kd Ak ig
FRVA, dREET 90 CIMIVRINL 4 h; FHARE R Zheht, FIRHIMAG &1 CeO, A ( CeO, i 4341
H130% ), T 70 CHEIRTFHFET h, TSR ; FATIRIATE 100 °C F T 24 h, T 500 °C h3pyrHksbe
3 h, BT 900 CHfprrkige 3 h, 1558 best 1 R 2L CeO,/La,Sn, ,Co, 0, s(ICANFER b).

MUTR &5 ELRE S Ce0,-La,Sn, 5 Co, 50, 2 B 2l 45 ) La,Sn, ,Co, 50, Fll CeO, % ME T 1 7: 3
PEA TR SAMUMR A, 8 B AUBRIR A X FUBEf CeO,-La,Sn, ,Co, 50, ,(CIC AHER ¢).

SR R ISl 1 ) 5 58K H) CeO,. FREUT R LAY Ce(NO, ), - 6H,0 FIFFEEIR, Nk & L&+
KIERIG E THepd, T 70 CTFHHET h, 100 CFHET, T 500 C L3y dkibe 2 h, #7900 C 5
IR RERE 3 h, T CeO, M (IC AERSE d).

1.3 EeFAEENR

SR FH R [ 8 PR A B Sy 2% (AR 10 mm) SEATAEAL NG PRI, fi AL B0k 40 ~60 H, H
H 200 mg. SRIRAS CH,/0,/N, RFR L N 2: 18 : 80, W IS AK F B 3 K 40 mL/min, 253K
48000 h™' (i im fE v 4aE ) . AR P AR AR I RO, F FQ-W 1 CH, ZL4M 53 A 53 B A ]
EJET CH,FEILR, DIRIEMALTR i LA e Tis .

2 #R5itE

2.1 XRD &4

B 1 A2 900 CHBRE S 1) XRD #E &, 1T ULA A e e 12l 4 o i 84k (FE il d)
i CeO,¥AH (PDF No.34-0394). FEfh a 7 26 1 29. 0°, 36. 6°Fl1 57. 1° AT 5 X6 107 B8 43 A7 (1) & 1
(222), (331) M1 (622) My FRAE 77 55 06, H R A 2] & PSR, WY MH IR -0
La,Sn, ,Co, ;0. B4 A1 AH( PDF No. 13-0082). X THEM: b, B TH 554447 La,Sn, ,Co, 50, R HI7H
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Ik

SHEsh, BHBLT CeO,HI(111), (200), (220)Fi . T
(311) A T T X5 R B4 R A0F AT S0 g, 150 B A i Pl * Ce0:
La,Sn, ,Co, 0, ,F1 CeO, 2 FIAHLALN. Hih ¢ HIA] . .

B I T La,Sn, ,Co, ,0,_, 1 CeO, 2 FhAH , (1Y M‘LWJJL.JULLM X
PRI, DU A RER: ¢ 1Y CeO, T STIAHRF 1 ~§mw§hm%:ﬁ%WLA
N Ly N N Ly it g °® ® o
WAL b TSR, 15 B 3 A Ak 7 b“tiﬂ \LJUL._JLJL__,_MM
Ce0,7ELa,Sn, ,Co, ;0,5 b 1Y 73 BB B 47 T HLMIE P i v
LHORER o A, W GRMEALR b B RS A 0w R e, Y
RIFES, a Y La, Sn, ;Co, 4 07,5ﬁfﬁffm%1j§5ﬁﬁ [i1) Fig.1 XRD patterns of the catalysts
AR W R RS, Al UL CeO, B fA 2 X a. La,Sn, ,Coy 305 55 b. Ce0,/La,Sn, ;Coy 30, 5;
La,Sn, ,Coy 5 O, I AHRZEFI = A T W] 0. 44 ¢. Ce0,-La,Sn, ;Coy 0555 d. CeO,.

TAEARAR Rt B SR RT | RSBSOS AR S TR 1 R 1 AT, R b
5 PR A R a A, La,Sn, , Coy 5 O, M AL RS F S AR FR B R s/, BB CeO, MY T 2K iR
% A ZUBH 1 La, Sn, ,Co, 5O, ARRL AR, bl AL A RURL 73 JA 5T, LRI B K. miALAIR &
MIRER ¢ & S80S s—hel A BRI T a AH LI A W] R 28 Ak, RIIHURIE A (9 La,Sn, , Co, 5 0, X%F
CeO, FZ M55 Thesk A fr AL ). it AR (20) cos’0=4/77(A/D,,) +32( &}, ) sin’0, T
AR SCARAR R th b A AL AR B, Horb D, 2 TN EE ;. A O X SR (A =0. 15406 nm) 5 6
7 6T (kL) BORTEH A 3 200 SRRCTE BOAT ST 06 5 98 (FWHM) 5 (el ) "2 N 4 3, 350 45 550 F
1. WREME] b rhBybeska SRS KA T BRI AL, 2R CeO, % La,Sn, ,Co, 0, ;i iA
ZERA I S -G A L P AR B R S PR e R kT e g 1) — AR 2

Table 1 Lattice parameters and average particle size of the La,Sn, ,Co, ,0,_;

Sample Catalyst D/nm Crystal system  Lattice parameter, a/nm  Unit cell volume/nm? <€%zz Y2
a La,Sn; ,Coy 30;_s 29.6 Cubic 1. 07049 1.2267 0.1183
b Ce0,/La,Sn, ,Co, ;0;_5 4.1 Cubic 1. 06867 1. 2205 0.1813
c Ce0,-La,Sn; ;Coy 30,5 29.4 Cubic 1. 07037 1.2263 0. 1210

2.2 ELTFEERNEK

B2 (A) FHEAL T Y B e R B A TG P R 25 SR, T, 8/ 0 S A A 00 A 2 B0 R e SRS 4L 909% I
HOIREE , FTLAR Y, Besf Wi R L 7 CeO,/La, Sn, ,Coq 5 O, 5 (KES b)) HEALTE M i 2 T 20— pe
LAV ) La,Sn, ,Coy 50, (FEfh a) . HUBRIR & AR (B o) FIZims 84k CeO,(FERL d). 2R
—BRER A BUEAL T (FESD a) 1 Ty ok 642 °C, Tibesk A 0 T BT (FES b) 1 Ty h 564 <C, L
PR AL R PR T 78 C. [, SHUMIR A ML i & B, MUMUR &ML T,, ik 699
C, MALIEEZ AU Ce0,/La,Sn, ;Coy 50, . WEHALSEE A7 18 1 3 K11 5] Ce0,/La,Sn, ,Co, 0, K H
BERRBR AL TG PR KR B, JRIAJE La,Sn, , Co, 50, X CeO, B35 57 284E .

FHEAER 53 3 7E 900, 1000, 1100 11200 °C T Aibe, Hom iR ATEE A RN 2(B) s, bagg
A5 EIEA] Ce0,/La,Sn, ,Co, 40, 1Y Ty ZBALTE IR/, HAE 1200 C N RFHERT Ty A2 L 900 C &%
BER TR T 38 °C, MMl —hegka FIALIRIE &ML F B T, b 33K, AL RBRAKGERY, 75
900 ~ 1200 °C HITL R, T, 73 31T+ 89 1138 °C, W] WLEA—pagery R A AL 70 ) v T Ak 2 1k
REFAS T3t 671 2% A4 AL 5] CeO,/La,Sn, , Co, O, s T i R BE , 15 W 300 £ 28 780 4k AL 390 e e vy oo TR A
etk B 2(C) AR MRS 5 G GRS R, aTRE S, B—RaamibRE s K
HESEMRE , BRI FHE 21 °C, B — RSOy I () e b 1 B ol AR, T 38 70 28 e £ 7)ol 1
S5WEI T WA FHE T 6 C, B 2(D) 45 Hbedsa i i AL R AE 5 R 2L O MR HTfS 9 XRD 3%
L. AT LI A A TR S5 A A R AR R, PR EA T La,Sn, , Co, , 0,5 Al CeO, 5248451, H A
A7 B ISR RN A ARk, AT, 33 6 4R AHEAL 7] CeO,/La, Sn, , Co, 50, , 281t 5 W% L6 F) F H:
HREEW AR A, AR MTEE R MR R gE R U, Beat A 7 48 i e
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Fig.2 Catalytic performance of catalysts( A), T,, of catalysts with different calcination temperature of

900, 1000, 1100 and 1200 °C(B) , the cycling runs tests( C) and XRD patterns before(a) and after
(b) methane oxidation reaction of inverse CeO,/La,Sn, ,Co, ;0,_; catalyst calcined at 900 °C(D)

a. La,Sn, ;Coy ;0,53 b. Ce0,/La,Sn, ;Coy 30, 5; c. CeO,-La,Sn, ;Coy30,_5; d. CeO,.
Ce0,/La,Sn, ,Co, 50, s s&=—F L R A LA, B — 5 i HI AT 5.
2.3 LLREAR(BET) 5347
B — e LA AL TR TN bS S Ay 18 305 7 288 A 5] ) 2 T - Ot RO 1 26 S FLAR A A AT 3 Bz, 2 A il i

B8 A A5 R e 25 2 I R B Bk bt £ 0

AU A AL ] CeO,/La, Sn, , Co, , O, M A Y £ 60p £ 00020f "
6978 La,Sn, , Co, 0., MBI, BA CeO, 97 5 F < oo} /\b

I T AR RUCORE ), R THEIE S O 5 ofs——a

FIFL G, IR, R TR mALE, L £ 0 5 0 o 801
BRILRIB(E 2), AR FAd et = 2

LbERE. BLSL, %2 RS T MR A F e
CeO,-LaySn, ,Coy s 0, ;W B2 CeO, IR, 4l & I Lo s,
HRFLE AN, B—Be5 4 La,Sn, ,Co, , 0, HEALF [ ———
B EL 2 m L 2.4 wmi/g, W 3 A b Fig.3 N, adsorption-desorption isotherms
Ce0,/La,Sn, ,Co,,0, M LLREFIN 6.1 m*/g, Tt of La,Sn,,Co,,0,,(a) and
PRIR A 1 48 1Y Ce0,-La, Sn, , Co, O, ML L Ce0,/La,Sn, ,Co, 0, ;(b)

RIMHR 2.5 m*/g, 4l CeO, I ILREBUN 7.5 m*/g, WX, VIMIEGILHI 1 CeO,-La,Sn, ,Co, 50,
PR LR T AR L % 1 20 CeO,/La, Sn, , Coy, 5 O, B/ TR i 48 CeO, Y 3R T £ S et LA
IRA LMY Ce0,-La,Sn, ,Co, , O, LTI, CeO, A AR LM & 5 H 3G AL 7 HE 2 1T B9 VR .

Table 2 BET surface area and pore size of the catalysts

Sample Catalyst BET surface/(m? - g7") Pore volume/ (cm® - g™!) Pore size/nm
a La, Sn, ;Coy 5 05_ 2.4 0. 0045 7.55
b Ce0,/La,Sn, ;Coy ;0,_s 6.1 0.0216 14.25
c Ce0,-La, Sn, ;Coy 50;_5 2.5 0. 0083 8.04
d CeO, 7.5 0. 0251 16.98

2.4 FBHHEFEHME(TEM)FEFHEHE(AFM) 94
[ 4 AR S B3 5 B SR OB (TEM) | 5 40 FFi% S HE - 0 3088 ( HRTEM) Fl i+ 7 e il
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(AFM) MR, Bl 4(A) ~ (C) il 2 —kesk A B La,Sn, ,Co, ;0,57 TEM, HRTEM il AFM H
A HE4(A), (C) AT, HEAEFI IS/ 0R RAEAE — e, R1E kA Ebeds , ORI 4r A 7E 40 ~70 nm
ZIal, fHIE 4 (B) AT BIRE S LA S I 8 B el 26 A6 La,Sn, , Co, 5 O, 259 1 S AT,
AT 5 R e TR A B AL 74 La,Sn, ,Co, 50,_,. E14(D) ~ (F) K Ce0,/La,Sn, ,Co, 10, [
fESE AL, B4 (D) 2B K/ AR HAH EASHE R BORE 36, Bl 4 (E) B HRTEM F&Fr Al 62, & 1
[EHE A 0. 31 nm Y4 TAT, R BEERA T AR La,Sn, ,Co, 40,519 (222) SHTHT, 5 22 Shkg 37 2 Ab 7 3 1 ki
Frm AR 0. 192 nm, XF CeO, [ (220) fbTil , 8T & BAT B/ NRAR I URCA CeO, kT, BARK
KBRS La,Sn, ,Co, 50, KT, HA/NE CeO, ki F 7 2B E KM La,Sn, , Co, 50,k |, iX
H5HTE &SR CO AL 738 Ce0,/CuO AL A BURE AL, ARAE TEM & J n ) & i3
CeO, TR RSFHE S ~ 11 nm Z[8], KA SRR AE 20 ~ 50 nm Z (8], ¥ — La,Sn, ,Co, , 0, sHEfLFH
BAREA SIS, NI RERS A R I Ak 700 ks i b e T AL, ek, SRR F S, o —bed o A i
TR FIBa LA 38 1 2 REAL 7] CeO,/La,Sn, ,Co, 50, 5 B2 IF-XIHURE 4351 4 2. 973 F115.298 nm, 1]
WL, 3L CeO, ERBELRAT La,Sn, , Coy, 5O, T B e 4 Ay 33 7 28 700 4k £ 791) 26 T REURS J38 0K, 0 v e
L O e SIS N L RNl = = R A S T O B S W NP u R |4 | 3 (T R
fi ).

©

500
400
=l

g 154 300

$

533

500

nm

®

Fig.4 TEM(A,D), HRTEM(B, E) and AFM(C, F) analyses of La,Sn, ,Co, 0, ;(A—C) and
CeO,/La,Sn, ,Co, ;0,_;(D—F)

2.5 H,EFFIRIEE(H,-TPR)H5#

B S 25 T HICAAL A H,-TPR #h2k. HE S WL, #— La,Sn, ,Co, , 0, /MEILFIHA 3 485
W | o — AR AN S L BIAE 446 1 486 C Ay, 4 -
BIHIE N Co™ F Co™ K Co™ F| Co® L JFI 1) | 55 =4 “
S5 LRI TE 623 °C Z247, VA8 H La,Sn, ,Co, 50, g
Sn** | Sn™ (RS S —Besk AT AL RIAE L, 5 6 382 440 533
#H AL F] Ce0,/La,Sn, ,Co, ,0,sH1, Co™ Fl Co™ B if 5 553

VR IREARRE, RRERRGEAY | N ]

382 ﬂéﬂ 440 *C ’ %E{E&?i#%’%ﬁﬁ%%%ﬂ*ﬁﬁjﬁﬁ% 200 3(I)0 4ll)0 5(I)0 6(I)0 7(I)0 800
E/‘JEE, "LE‘E«Eﬁ CeOZXd‘J?Eéﬁ(LEéﬁ*@qj Co E@i&)%‘:ﬁﬁiﬁ?ﬁ Temperature/C
H, ARTREACE S TR R E" s HAh, Wi Fig.5 TPR spectra of La, Sn,, Co,, O, (a),

ﬂC?ﬂJ ':F' Sn4+ ?J?'J Sn2+ E@EEEE@%EB&{E‘E , Eﬁm%{jﬁ CeOz/Lazsn1.7C00.307-s(b) and Ceoz(c)

599
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1 623 CRER] 599 C, FEIKT24 °C, AL CeO, X[ BE4% A1 La,Sn, ,Co, 50,5 ' Sn** {38 JF 5 W A K1Y
TESEVER, W1 CeO, Al La, Sn, , Co, , O,_; Z A1 77 76 W1 2 A9 M1 T A . CeO, B B0 45 1T LA A 4% 4 41K
La,Sn, ,Co, ,0,_s AR IR, WRESEH T CeO, A 2 RN Be 4% £1 4544 Sn—O Fil Co—O HEREAIIEM,
HE AR FE A A s P AU A% PN BB Il bR R TH A%, 4 s be o b s i h | S s k. i Al
5 M2k ¢ &3 CeO,7E 553 CALMPL T 1 MAJFEE ) 75 800 CLUS I T 1 MANGERE A IA g, 1556 A
HUEPI500 °C 2L AT IR JFIE S T CeO, T Ce** Fl| Ce™ IR, 800 °C Ze A7 IR I LI T CeO, 1AAH
Ce™ | Ce® RYIE L, TR, ASCHYSZIEE 5 CeO, 9 H,-TPR A4 I J5I6 B8 S A 75 4. 306 1 2 AL 77
Ce0,/La,Sn, ,Co, 50,1 533 CZA7 H BLAYIE S N Z A 8 A CeO, FIFRFIEIL IS, B CeO,3RTH Ce* 5
Ce™ MR 5, AH0 671 2 AL ) CeO,/La,Sn, ,Co, 50,51 CeO, I —NRHIEIL S L1 Hi— CeO, 134 Ji i
JERAR T 20 °C, BEHIBES AT B4 La,Sn, ,Co, 40, Xt CeO, H —E RIS BIVE, CeO, 7RI Hb 11 2 7E
LRk RAA L) 1. LAk, CeO,7E 800 °C LAJG HY BRAYAS 52 B8 J5 1 i T 5 B 4% 41 La,Sn, , Co, 0, ;
Sn* F| Sn’ )38 JFIEAH FE S, PRl LA,
2.6 BHERESHT

Kl 6 2l T i —best A k5] La,Sn, ,Co, 5O, Flii 1 2 B4 AL 7] CeO,/La,Sn, ,Co, 0, HIF2 i 18

IR, I 6 FTAL, 2 AVRER AT 2 RO, Al (i 1
RO R I, ELY M DR 5 S X000 | ] 40 5 3 3 A a
B Sn, W2 AL Sn B M 25 T2 DL+4 N, //

WAFAE. T0h, R SCIRL 20 THRIE A0 SnO, BRI 0 545 %7

B, KAL) R 3 1 R S B EG Sn®t, A 2 o )
VIR a4 R Sn* . 23 T AR IO B R S W

B, B RUEALH La,Sn, ,Co, 0, YR 1 FIE . ! . . .

-10 —5 0 5 10
T&2 I 5 H o R 27. 4% 1 72. 6% , 31 7k AR AR 5 Velocity/(mm-s-)
Ce0,/La,Sn, ,Co, 50, 5 N RE 1 FINEE 2 B 5 b 4] 4y 51) Fig.6 Mdossbauer spectra of La,Sn, ,Co, ,0, ;(a)
y\] 17.1% F1 82.9% . &I CCOZ/LaZ Sn,_7 C()0_3 07_5 5 and CeO,/La,Sn, ;Co, ;0, ;(b)

La,Sn, ,Co, 0, ;AL , 335G 3L B A AY Sn* & B FRAG, 45 5 Sn* & THE, X nl B iE 2 F ke
WRBEMEAL TR PRI B A IR IR 22— eAh, i kL) CeO,/La,Sn, ,Co, , 0, B[R] i 5 BEAL AL (1S) APy
oy (QS) HWMIA P&, AR AT, 3 7 Ak 77 CeO,/La, Sn, ,Co, 0,517, Bk
Sn 5 CeO, M EAEH], BUE Sn AL s TR EEAS/IN, IITFEOZ A0 1S HASK; Fi5k, it
FCe0,/La,Sn, ,Co, 0, ;1 QS {HT B Ul IFE LSSk A1 i A TE L B R 32 3] T CeO, RUSEZIH , BUflibest
ARG s — e R IR AR Y A H BRI P AL R I 4 .

Table 3 Maossbauer parameters of the Sn

Sample Subspectrum Spectral area( % ) IS QS Oxidation state of Sn
a Doublet 1 27.4 0.29 4. 44 Sn**
Doublet 2 72.6 0.24 1.52 Sn**
b Doublet 1 17. 1 0.37 4.72 Sn**
Doublet 2 82.9 0.26 1.55 Sn**

2.7 X S&NBTFREIE R R MYIES T

K7 A X G TRES. T C 0 284. 6 eV (4SS BEVE MARIE. 17 (A) 45 Hioh— Ptk
AR AR O, 3%, ATLIEER, 2 MRS O, 35 7E 528 ~530 eV 1531 ~533 eV #J5E XL
W2 224 Sl HHG 528 ~ 530 eV IRZE A RBAL I I JE A s 4, 531 ~ 533 eV M4 A REAL Y I
JE R W B . B — La,Sn,,Co, .0, i 1k F Ay & 4 & 5 S 530.0 eV, i 3k b
Ce0,/La,Sn, ,Co, 40, i AR SEIE K 529. 4 eV, 55 B — PRt AL 57 1 ff ks S0 1) (IR 45 & R A IR S T
0.6 eV, HH TIEH 0.5 eV B KIRZEMB R, XU T CeO,ff La,Sn, ,Co, ,0, ;KRG &4 T —
FEFEE A BT AS, Ce0, 5 La, Sn, , Coy, O, &4 T MIE A/E R, 1 X W B 48010 55, 336 67 280 i 1k 51
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Ik

CCOZ/LaZSn”CoO'SOL&E’J'ﬂl}ﬁ%éﬁ/ﬁ\ﬁﬁﬂ{[ 532.2 eV, SR —BRGA LT La,Sn, ,Co, ;0,_; P W BfF 4R 45
GRE—3. ZELWIA, La,Sn, ,Co, 50, 50 5128 CeO, & AT BH 5% i S A0 5 (0 W B 4045 G AR 1k, (A
AT A EES A Re R R TR A mES. R 4 511 T AT O, MZ5 A BE R/ I itk A 7E
SREFP ST & ). w8 SR AL R] CeO,/La,Sn, , Co, 5 O, 5 A AR ST & bl i, PR b
H ek be A im PEA s, ATRESE T CeO, 283 La,Sn, , Co, , O, ,HEALFJG 7= A AH T AR, 336 67 48
A HLEEE K, Ce—0, Sn—O0 Tl Co—0 MYSEREFRAL, 548 B F AR s A4 G ReE /),
Ak U Sl BT R0, B 5 2 5 e U RO, DA T 42 e PR A 511) PR e e A R D5 S o7 )3 1.

A) 529.4 G)) 4872 (©) 8538 8$50.1
532.2 495 4
b
530.0
532.0
a b
1 1 1 1 al 1 1 1 1 1 1
536 534 532 530 528 526 500 495 490 485 480 870 860 850 840 830 820
Eb/CV Eb/eV Eb/eV

Fig.7 XPS spectra of O,,(A), Sn,,(B), La,,(C) for La,Sn, ,Co, ;0, ;(a) and CeO,/La,Sn, ,Co, ;0, ;(b)

Table 4 Binding energies of O,, and Sn,, for the catalysts

Binding energy of O, /eV Binding energy of Sn;,/eV
Catalyst : ]
O 0,46 01,/ (01, +0,4,) 3dy, 3ds) AE
La,Sn, ;Coy 30;_5 530.0 532.0 0.64 495. 4 487.2 8.2
Ce0,/La,Sn; ;Coy 30,5 529.4 532.2 0.72 494. 8 486.4 8.4

K 7(B) LRI Sn,, B9 X BHEOLRFRERS. PTLIE 1, ¥— La,Sn, ,Co, , O, AL 145 & fE
495.4 F1487.2 eV AR HL 2 A~ XPS W, S3IAJE T Sn,, M Sny, , WA Snt 4 A REIE T HioR]
WaE RS Sn NS B R +4 Hr, SRR RSN AS AT, 36 61 241k 57] CeO,/La,Sn, , Co, 0, ;
AR TR 5 oA —Be s Fr AL RIAR LL, D RUARML, BRA X FR, A B e AL BN G , A Sy adt £ 2k A
RS Sn L FEE DI +4 20 BEAE AR, 3T Ed#E{bH] CeO,/La,Sn, ,Co, 50, 1Y Sn ik
{0 B TE 494. 8 F1486. 4 eV, 5 —helt A AL HBH B R4S & B 7 17 B AE RS, T BEJE CeO, 5%
LA RISEARY) La,Sn, ,Co, 40, BRI HAEH, CeO, M T Sn IR T =5, i Sn i ffk2#
P SRR AL T HL CeO, B T2 MAAR T AL Sny, 9SS A FE, 2L Sn—O0 BEREAS /N AT {306
A CeO,/La,Sn, ,Co, 0, ,F Sn L5 G REA A M. 3k 4 AlAl, La,Sn, ,Co, 0, Snyy, , il
Sny, L5 A REZIE N 8.2 eV, 1Ml Ce0,/La,Sn, ,Co, ,0, ;4 Sn, L5 G HEZE(E N 8. 4 eV, FIXTHEA, 1iHH
CeO, I PAHXTPEER AT 25 F T Sny, B Sy, IIEEEREW ™ E T M. La, IFHEIEILIE 7(C) | Lay, [
XU H BUAE 854. 0 F1850. 2 eV 7247, La, , MIERZI N 837. 4 FI833.4 eV, 2 KLY H A B R BN
6], o ILAEAL I Y La™ (455 REIA 2 5] CeO, MM, H T EINMAYES & it /b, 78 XPS MK P4 Y
AR, Ik, REEMIBIEIE CeO, M.

FEBA IR TE DL, B BERRPe R R LB [l 2R WL, [ R RIZ2 8, &85
FR ot S i B 1) 2 T, a6 2000 °C DL k. InAEARRIS , BE A BRI ML AR AR A B 2,
BF, AMAS KA H R, T HIE 2 & A R MR RN X e R Ay i e st L i & Ak )
AR, b 750 2 T L A S0t A A 3 M A R0 36 P ) 2 B PR 38, 3 TR B AR R e S 1 43Ky
“THT I 20 (suprafacial ) " F1“ i P SN (intrafacial ) ™ BFP R RE AL 2, 76 0 88 050 0K — it 2 W o 4
TN, BT R L, R A v e — PR b A R SRR, U8 T v N RO ML
T} v TR PR A 1 B 25 41 B S8 AL W) La, Sn, , Co, 5 O, VE H B R 68 S i A HE AL 37, 5 B R UL B3 v T
350 °C, WA s i HLE .

4Sn** +40% + CH, ==4Sn"* + Vo + CO, + 2H,0 (1)
48n** + Vo + 20, 4Sn** + 40%" (2)




No.7 FALRES . B AR E La,Sn, ,Coy ;0,53 5t 3K CeO, ML 4G T IR ARAL IR Ko b Ak 1335

A, Vo RRFAA I, M 07 F B MEALT b fids U 00 ) 2U(1) g S IR, it
HAEAL TR S 5 RS S P AT A RO PRV, A TR e 0 AR AR s 7 50(2) i Sn™ Y4 AL B, i
MR IR A S o], SRR E i, MR Sn® 54K Sn® | QIAEER, DLIK ) e AL ki
FLAY. i B HLER AT, PR 2 T 4825 7 Vo RIS O 220 | XA A fi A T 1 b 3 A .
B3R XPS AR 7 0 G A8 AR 2R e A WA, R AR S REREAI, X AT RE X SR A Ry AR AT R
M2 RS BB R A E T Z B Ak 03, 05, O ZE B, Ik AR I 4 Ak 70 2 1 SRR 26 1Y
B2 I, AR R R AT PEAR A TR S R A A SRR S 2 6. R
La,Sn, ,Co, , O, FIEEE T, WHEA 5 LIRS IAURY AL, (HE CeO, N T H BE#RHE S 1
W, RS RS A — 2622 5, RN AR R S

0% + 2Ce*" ==1/20,4,0,, + Vo + 2Ce™* (3)
20, (¢.0,) + CH,—— CO, + 2H,0 (4)
2Ce™ + Vo + (1/2)0,,,,, ==2Ce*" + 07}, (5)

A1, 0y, M CeO, HE BRI O,. 1T CeO, BARBRIGRHACEIIAE ™, 5 CeO, B HI T HLE
HRBEILIE, CeO, BT S mT LU K FH T AL R e, 10 F B Z AL Ce, O, Ce, O, 75 BT AR LAY
O, iR BI 25 B KN CeO,. I, FRATIN i 6 2 AEALT) CeO,/La,Sn, ;Co, 50, 75 BERABE Y
HEALHLIE AT R 2 PSS 5.

Li bR, IR IR - BUA T T hesk A W AL CeO,/La,Sn, , Co, 40,5, FFHITH
Beskbetitl, 5 —bes AL La,Sn, ,Co, 0, AL, EALTETER B4, JFRA —E Ml S A
FITERE M FREVERE, DI, sl FEbE A1 4540 i 52k CeO, mT S BEHH BERRBEAEAL R B AL
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Inverse CeO,/La,Sn, ,Co, ;0,_; Catalyst for
Methane Catalytic Combustion’

LI Lingcong' , HU Ruisheng'* | BAI Yaqin', LI Jingjia', TANG Hailian®, WANG Junhu®, JI Shengfu’
(1. Key Laboratory of Rare Earth Materials Chemistry and Physics, College of Chemisiry and Chemical Engineering ,
Inner Mongolia University, Hohhot 010021, China;

2. Dalian Institute of Chemical Physics, Chinese Academy of Sciences, Dalian 116011, China;

3. State Key Laboratory of Beijing University of Chemical Industry Chemical Effective Utilization of Resources,
Beijing University of Chemical Technology, Beijing 100029, China)

Abstract  The inverse CeO,/La,Sn, ; Co, ;0,5 catalyst was prepared by sol-gel and impregnation method
calcined at 900 °C and investigated in the methane catalytic combustion. The catalytic activity evaluated for
methane combustion showed that the methane conversion temperature of T, was 564 °C, compared with the
pure La,Sn, ,Co, ;0,_; prepared in the same condition and mechanical mixing of La,Sn, ,Co, ;0,5 and CeO, ,
Ty, decreased by 78 °C and 135 °C, respectively, and the inverse CeO,/1La,Sn, ;Co, 0, ; catalyst not only
had the excellent methane combustion activity, but also had the well thermal stability and reusable
performance. The excellent performance of the inverse CeO,/La,Sn, ,Co, ;0,5 catalyst was represented by the
characterizations of XRD, TEM, AFM, TPR, BET, XPS and Méssbauer spectra. XRD characterization
showed that the inverse Ce0O,/La,Sn, ,Co, ;0, 5 catalyst not only had the La,Sn, ,Co, ;0,4 structure, but also
had the CeO, phase, and the CeO, had been well disperse on the La, Sn, ;Co, ; O, 5 composite oxide; TPR
indicated that the CeO,/La,Sn, ,Co, ;0,5 had lower reduction temperature compared to La, Sn, ,Co,,0, 5,
XPS and Mésshauer spectra indicated that the Sn*" is the main valence state in the inverse catalyst, and the
lattice oxygen play an important role in catalytic activity; TEM and BET tests showed that the CeO,/
La,Sn, ,Co, ;0,5 particles had better dispersed and larger surface area than La, Sn, ; Co, ; 0, ;. All above
explained the reasons of the CeO,/La,Sn, ,Co, 0, 5 catalyst had excellent catalytic activity toward methane
combustion.

Keywords Inverse catalyst; Pyrochlore; Ceric oxide; Methane catalytic combustion
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