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Abstract

La;xBaxFeOs (x = 0, 0.2, 0.35, 0.5, 0.65) series cathode materials doped with Ba ions were pre-
pared using solid-state reaction method. The structure, thermal expansion behavior, conductivity,
and catalytic activity of the cathode materials were studied. The Ba element doped cathode ma-
terial has a cubic perovskite structure, which has good stability and chemical compatibility with
electrolytes. La;.xBaxFeOs (x = 0.2, 0.35) is close to the thermal expansion performance of electro-
lyte, and the coefficient of thermal expansion matches well. The high-temperature conductivity
test results indicate that the conductivity also increases with the increase of Ba doping ratio, with
a maximum conductivity of 45.5 S-cm-1. LagsBaosFeO3; has the optimal ASR value (0.071 Q cm?)
throughout the entire testing temperature range. The doping of Ba element has a positive pro-
moting effect on the cathode performance of LaFeO; matrix material as a medium temperature
solid fuel cell cathode. Lag.sBao.sFe0O3 is the most excellent material in this doping series and is ex-
pected to become a candidate material for IT-SOFC cathode.
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1. 53|

B 20 \ AR AT 4 AL AR S AR R F it (SOFC) AR, X B I S AN F RN 1 A8 11
BB, H1F SOFC Hufb2 i FEfise, RNIRGE, F=4Jcisden] R, LW AR R e 326 1T REIR
HE SRR R RIS, DR R A ok bR 22 8 L e A B A - SOFC 8 i [1]. %+F SOFC #4 %}
S, ARG R IR (HT)AREG T35 B R 4l #7 %1(800°C~1000°C), 21T 26 MME, KRG T H kAL,
AT 3R AR B VR A 2 IRk PRt TSR 7 v SRR AR R B OB I . PR, HRAIRIR(IT: 600°C~800°C) %%
PE R B AR S A AR it A R TR R M A 9 R 22— [2] [3] - Fi i AR R 1 B AN ] LAY
BIRA, EREAEK A TAE Rdr. R0, 7E3h 0% b, RN NG AR m, X2 S Ehih ik
RS AR ARG, b Rt TSRS R R B, S B e A P R . DRIk, BT RIR AR R SRR
PERE R IF 1) SOFC BAMA KL, $RZR il 264 T B e R AP AT AR (14038 284 B AR Bk B 24 i 4503 Y
(IF 92 4 05

PRSP ZHRA BT - P SHE Co ST A BT H X 420 J5 I B (ORR)
IR EACEE 0 SmosSTosC00s.s Al LiuSH,COLyFe,Oss M S KIE[4] [5]. SR, Co SEWIHEH AT V2T
ORI, Blndiigfaor . MK REGE . SRR ES . Rk, JFRTCE AR
T IT-SOFC W 7t AW sk (1) #h pS PR A 2 — o H AU &P 0 C & Mk O K &k 5 A 1, 61
BapsSrosZno2Feos0s.sr LaSri.FeOs.s Ml BagsSrosFeosCuo 2035 55 IR B R 47 ) H Ak 22 P BE[6] [7] [8].

Bl E IG5 44 T LU R T A AR FAL S R . RN Ba®* 3800 B La® W S8 Fe BT &R
AR, T Ba BTN, 5 FE BOs NIHEEIAS, AR T S44k 5 BALH] T /MR FBRERAT
SR v U R 42 S AH DG 1) R AL 1, AT 38 0 F 5 B R AR A S S B9 o 2 i 43 SR B = 42 R
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B ABO £S5 E /M) A RLyeE, ST HESMFIERE AT A 70 AR, (FR4ENX B — o R T 2 L5
B, HRGHT A GBI 4 )5 FLA5 AT SOFC AR AR I JU M 2, W 78 45 5 75 Btk — 20 5 B AVR K[ 10]
[11] [12]. ASCfEH Ba JGE X LaFeOs 54 BRI KF A A g7 A E L5 4%, 4% T LayxBasFeO; (x =
0,0.2,0.35, 0.5, 0.65) R4 AR, FIFH XRD. HSRMARAC. B TAERS . RIZKAG FRiET5E
BT RAL T BOWHZ R8I K Lay.BaFeOs 45t A1 AR BEHEAT RAEA 04, 111 T Ba 2445t A
BHAFZEHE . AIZIRAT - AR A0 T B g e R AL, SAse v il % B AL i PR RE S ik 1IT-SOFC
AR A RS 1 37 i) S B

2. SCIGERSY
2.1. La,Ba,FeO, AR A1 Azt FiR e it bl 2 B 4R 2%

ACH LagxBaxFeOs (x =0, 0.2, 0.35, 0.5, 0.65) 7 F1l BAMAA LR FH [ AH S N2k 47 1) 4 [13] 0 AN SCHAR
5 Ba JLRBIRWHIAF, LajBaFeO; RFIMEE SN LaFeO; (LBF-00). LaggBag.FeOs; (LBF-20).
Lag esBag ssFe03 (LBF-35). LagsBagsFeO; (LBF-50). LagssBaggsFeO; (LBF-65). FT i it 4 La,03, Fe,0s)
BaCOg3, 15 M4l o H4 il £ 1) IR A4 K} 5 Ha A A Ak 2H 65 b 9 A | FEL AR 7 | B ARCHR: = BH YA 25 5 A 0 Bk it
7E 1000°C FIIRE 25 PF T HBse 2 h, FH T I00RF 1 T B FELBEL ASR . AR R PR i A O AR 3 )2 A
') CeogSMo 2019 (SDC), FKH H &R - iHIR hik | &15 2[14].

2.2. Lay xBa,FeO; BRR AL RAE K BAAR 1M BE MR

K H DX-2000 2 X SFFZRATHACH AR &5 M RAE, ¥E4 9 Cu $E, FIH B9 0.15406 nm ¥ Cu K, £k
VERS B, AN T 20°~80 IV E 2 N, AP KN 0.02°. KHEE NETZSCH DIL 402C A #4
KA Lay BaFeOs AT MK MERERAE, 7Emali =S h 3 TR, 2SN 60 mL/min, FHE#EZR
N 5°CImin, JRIREVEE 30°C~1000°C . K Van der Pauw Y HL i 32:133, Lay.BaFeOs Y HL 55 . Fil
HLA 5 ARl R AR L AT R AL PR BRI, A 3t B R RAE > 10 mV, A5iyi [H 0.1~100 KHz, £EFf
50°C T H a3, MR Gl 600°C~800°C . K H 414 B T~ i B Xt BH M 5 HEL A ol 4/ 10 Xk el vt
MRS ORI AN SRR EAT T RAE .

3. &R5118
3.1. La;Ba,FeO; AR MBI 54 53 4R

1200°C %14 F 1Bk 12 h 51 Lay.(BaFeO, i) XRD Bl 1 fizR. i#id XRD 407 LA
La,Ba,FeOs JE i 1 L — 7 5 5K H™ 45 4 (25 1A) s B Pm-3m), @& % 4 a = 3.938 A. [iti Ba 55 115 2% Lh 45
BN, Lay.BasFeOs LM IR FERR T, A R AR K F A A AT H .

3.2. LayxBasFeO; BA#R 74 B0 #4 Bk 14 BE SR AiE

AR AL R H R R 1) PR B A T P IR R BT R SOFC 72 2 N T s IR FE A i B %, tmT
TRIUE TAEIR 5 SOFC 1AM R i€ 1817 - LayxBaFeOs F il 7E 30°C~1000°C N I IZIK th Ze an /4] 2 B\l LA
BENRE ST 350°CH, B Ba Baa&n, MK REOZH AR, MK 2 7751, Ba &&= AI3G 0L
BRI RBOE R, X5 SO IRIER Niv Co 857 LA I -4 & Sr 157% T 80 B B A IK R 508
P —S[15] [16] [17]. T Ba B FM ST La &1, NRFFBRERSE, Fe STNMETE, £
BETE AL . B Ba BB A4 S 23 m, AW N A s T BURAS IR B MERER, x5
Wit 52 T e R A I IR SR 0 K [18]. 15 LayBayFeOs HIFAIZIK RE(TEC) IE45 &A1kt S kg HEAT 1E— 257>
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Br, 4R 452% Ba it BRAM KL LF F93ZIK £2%0(10.7 x 107° KY)/N T HifiR it SDC IAIK £ %(12.1 x 10°°
K™), “#UCRCHE— % 24 Ba 44 LI 0.2 89402 0.5 I, LBF-20. LBF-35 5 LBF-50 [k A1k TEC
BTG K, 5 SDC ¥ N5 ; Ba 15 2% Lu il ik 51 0.65 I, LBF-65 [ M A4 K TEC ik 5k 24.5 x 10 ° K™,
e f )l SDC MK RECE R, MMM REILELE R 2, XKW Ba BRWHIA KT 05 1
La; Ba,FeO; 5 Hfif i SDC Al RILH K AT (AT RSP
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Figure 1. X-ray diffraction patterns of La;,Ba,FeO;
series cathode
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Figure 2. Thermal expansion curve of Lal-xBaxFeO;
cathode material the range of 30°C~1000°C

2. La;.,Ba,FeO; BAMR A1} 30°C~1000°CSE Bl HA#%
B RK 2%

3.3. LayBaFeO; (AR M R SR B S

MBI S AR S T AR T T IRE ST, BT - TR BRI T R A AR 1S
BT - TRE A KRR BT EE T SRITN T TSR, RSO I b 2
HETHS, PR EO R TR SR K 3 AERE T IER Lay,BaFeO; R 5 f £ 300°C~800C
g R 2 .
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Figure 3. Conductivity curve of La;,BaxFeO; (x = 0, 0.1, 0.35, 0.5, 0.65) series cathode materials in air at
300°C~800°C
[# 3. LayBa,FeO; (x =0, 0.1, 0.35, 0.5, 0.65) RFIBARA RIFEZ S # 300°C~800 CHL S 2 ik

B 3 A, KBk Ba 5k LBF-00 L34/, IRET &N B SR M LHE K, Basi)s,
La;.«Ba.FeOs Ff i i HL 38 AH LL T- 24k LBF-00 KHEHEA, X ULEH Ba B4 Refie A RSGEFE & 10 5 fi k.
ME% LagBaFeOs Ff bl B T H SR LI, N[ BaBAEMN Lay.BaFeO; M EFEEHAHLL, KR
FEIX ], Ba 54 i B 5 38 BEIR B 1 iy T3 OK, 3k B3 — R B CRAAE IR ) e 5 e S 8 M D KA, iR
EmTHRAERE S, W3R,

FHERERT G B SR @AARE, ENEREEE N La.BadrFeO; MR I 344k 5 i m 4 )8 5
AT o AR R AT R I P AR T AT, RDA A/ N TR AL o X B B 51 RS 1
Fe®*-O-Fe* WAL AL A MG o, T3 K 7 B S A FE 36 . 430 189 K BRI I E B P 3 SR MU A B o
K, BRI 2 BIPGE RS2, Sk PR R & SRS AT I, AR B O B AL
MBI, LTI AR L SR FE BRI, [ B K 2 2 0 R 7 A 5 850 A M 11 = ] AR S 23 6 % b
e, BT T Fett-O-Fe™ MRk TBEER, S8 Lay,BaFeO; (x = 0.2, 0.35, 0.5, 0.65)FF i Hi 1 HL S R [§
ik,

ANF Ba &M La,BaFeOs ¥R SR E{E N7 1. Ba 544 tLFiEF] 0.65 i, LBF-65 7£ 800°C i
B RAUN 19.7 S-om ™, BEHA EAR Ba 15215 S A 1R TR 8 BT 5 S AR 45, (H SR8 HLF I 2
FIWART, XATRES Ba PEEIKN, Ba-O BKHEK, ZWR, &N HRAES, X SHHRHE
BT HAR LU BB 2 MRS . 400°CHS, LBF-65 [{HL SR HBUR KM, HAFTEBRLHF R TE
RO, BSEN 507 Scem e X ¥ m T RE D S BIEA AR, U BagsSresZngoFegsOss 9.4
S-cm™, 590°C), Sr,FeTiOg; (2.86 S-cm*, 600°C)F BigsSrosFeOs; (1.8 S-cm™, 700°C)%%[19] [20] [21].
B4 R PR ns®, SRR N B R B F IR 2 B ES T, X B ALBH B T RN SR IE A

GRANE, JETEESEI, @i B MBI A AR TSN, B RN, HEEEE,
SR, B4, B B TFEN 0134 nm, M La* B 145, Rk A R &R A 2 7125 Ba
TR RS, 330 Goldschmidt 78 2 KT t BRI RS 1, AdeReaitiaett, KEm B uETFRAE
WARTHR, BTRR 2 K, Ba® & B2 MR A5 H E 2 mMm SIS 7 Fe*), #HmS
HoB FASORE M. Kk, & Ba® B BHB L MR B SR EIELE.

M3 Arrhenius (122 1R 5EIE BT 1R 2 BiT /AN AL AR SHLEL, s 4 R o REAEIR RE AT, Hd
TRERMEARAL, RS W AR (A8 R LLRIR A
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Table 1. Conductivity of La; BaxFeOs (x = 0, 0.2, 0.3, 0.4, 0.5) at different temperatures (S-cm™)
% 1. La;,BaFeO; (x =0, 0.2, 0.3, 0.4, 0.5)EE N ERE TR S 2 (S-cm )

IEE(CC)
300 400 500 600 700 800
0 0 0 0.1 0.1 0.2
21.8 27.9 30.5 30.1 27.9 24.7
34.1 42.3 45.2 43.4 38,5 32.3
310 38.7 395 37.4 33.7 28.4
39.9 50.7 455 36.1 26.9 19.7
7.054 La, gBa,FeO;
L4 . ® La,¢Ba,;FeO,
~ 6.90 - Iy A LaysBa,FeO,
‘T‘M L " v Laj;sBa, ¢ FeO,
£ Fittling Line
3 6.751 . ¢
g ™
£6.60 - N\
=
]
6.45
6.30 T T T

08 10 12 14 16 18
1000/T (K

Figure 4. Arrhenius curve of the conductivity of
La;.\BaxFeO; (x = 0.2, 0.35, 0.5, 0.65) cathode material
[ 4. La,.BaFeO; (x = 0.2, 0.35, 0.5, 0.65)FB#& 4141
5#19 Arrhenius B2k [E

A =
oc=—ek 1
T 1)

LF A NRTEFMENE D), T ORISR, E, FoRiEILAE, k v Boltzmann %41, o N EIHE G,
X T/ INRAL AR AL, BT R4S BT RHAE IR FE 1 F 5 2875 A BB E,» LagBagFeOs (x = 0.2, 0.35, 0.5, 0.65)
BES S RIELRE B . 32,7, 31.6. 31.8 A1 32.1 ki-mol™t. ML SRR RIA K, EEZF AR
REETE N, FECRARE, FRSREA T RS, Tk B SR ZE BN

3.4. La,.Ba,FeO; FRR MR R E LL HBPH (ASR)

R AR 27 BT 2 e i 0 8 BB TR SR AR A, o T e AR 8 2. XU A i %, mldk
— TR ELREVE . N FE S LagBadeO; MEMEABIR A AI 474, KA SDC il #% 1 % B HL it
LBF|SDCILBF, lli 1 600°C~800°C /& i [Fl P Lay.BaFeOs FAM A2 it PHPTIE , 3= BEAFF 78 B AR AL R A
ACREAT, SR FH 1 L FEBE ASR S S B ARA BHE B AN s Al 2 B i L P Ry FH A

ASR = ReS

O]

ALLRIR ASR 5 Ry (UK, SKia Rl i ith S0R R Ao E 2P IR, BdlmAb B, Kl 5 s
AT R VRS R AR R A
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JIT3R13 ¥ Lay.BaFeOs R4 B EHI) ASR i 4] 5 frzs. #£ 800°C T, LBF-65 FF i rI kAl Hi B
R €, 4 0.070 Q cm®; LBF-20. LBF-35 il LBF-50 fl LBF-65 £ ff itk 4k B B 43514 1.781. 0.137.
0.073 F1 0.071 Q em®. % RFIFE S ASR BB T FRA%, X2 th FRER T, ikE 5 RAA
fi s, R B UARIE I Y BV T 0 A BRSBTS S S N AR AT BRI, AT A

T AR BLE) ASR 1H
7 1.2
. LF LaFeOi LBF-20 La, ¢Ba, ,FeO,
e |y e
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Figure 5. ASR spectra of La; ,BaxFeO; series cathode materials at 600°C~800°C
[ 5. La,.Ba,FeO; ZFIBAMRAAKIFE 600°C~800C T ASR [Ei%
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7 2 45T LayBaFeO; B BT S8 2 ASR $fl. MR AT W, Ba B4 tbfliks] 0.35 Ik
(] ASR i CLAHAK, B 44milt— B ASR ZELHF A&, FIAEZ M T KRN Ba 5 N S8
BEN A AR B A, RN FE Ba B B K, PINHIZIK R E00 K, & T 5 B s ULACHE 2 5 5 ASR
B RS RIEFEG. A LapBadFeOs FF1 AR By I bb FEL B 5 iR FE 1) Arrhenius # 2 (& 6), 1592
La;.BasFeOs (x =0, 0.2, 0.35, 0.5, 0.65) WAL P BT IF L AE 73 I 99.7. 87.6. 82.7. 81.9. 82.0 kJ-mol™*, i
o REA BRI BT AR A, AT RH Ba B0 T IRGE R A R AR, (A Ba BAE M4, WHiaed
WA

3.5. LayBa,FeO; BAR #8250 B 3t fir e st & i o0 4

AR R O S5 # 2> S AR P RE BB A B Bk 22 AL 5 TS8R 7. A A 1348 FL B2 (SEM)
WLEE T S Ba 15 2% B AR ROV T S50 e 0 B RO PR s i T 3. Al 7 o, ATBLE R,
WG, FARBR S YEONECE, AU AR AR T AL R R4, FEARAA R P S B 2 FLAR S,
XKW Lay.BaFeO; #5IH4 KL SDC R I RA RIF FRA .

Table 2. ASR value of La;..BaxFeO; (x = 0.2, 0.35, 0.5, 0.65) cathode material (Q-cm?)
%2 2. La;,BaFeO; (x = 0.2, 0.35, 0.5, 0.65)BA#RAFHIET ASR & (Q-cm?)

FE i 600°C 650°C 700°C 750°C 800°C
LBooF 14.334 7.760 4.371 2.887 1.781
LBy ,F 1.956 0.836 0.409 0.225 0.137
LBy ssF 1.198 0.496 0.229 0.119 0.073
LBy sF 0.634 0.284 0.157 0.095 0.071
LBy esF 0.731 0.329 0.169 0.102 0.070

6
—u— LaFeO,
¢ LajgBa,,FeO,
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Figure 6. Arrhenius curve of ASR for La;,BaxFeO; series cathode
material

[& 6. La,.«Ba,FeO; ZFIFBR#HL ASR B Arrhenius BHZ%E
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RESOLUTION

Figure 7. Typical view of La;BaxFeO; cathode morphology, symmetrical
battery and electrolyte SDC cross-section

& 7. 8R! La, Ba,FeO; BARSIR,. SHFREEt SR SDC #EE

4, &Eig

e FH [ 4 S S E ) 4% T LagyBayFeOs (x = 0, 0.2, 0.35, 0.5, 0.6) R4 1AL, BF9E T R 5B kK
ghfe. AIEIRAT N HSER AR TE SR AR TAEREE . Ba JURIB R RIIMRL NS E RS54, mi
TAEEMIAT RS L ff T SDC 456 %%, Bk, HA RIFMEiRS 2854, 5 SDC 1 Rk
Hez k. LBF-20. LBF-35 5 SDC HUf#)fi () TEC i 12.1 x 10° K ' L%, #JBK REULHR BiF. &=
TSR R RS Ba B2 BT SR B 1 hn, b LBF-65 #llf5 fc K #3268 (45.5
S-cm™). Lay.[BaFeOs BRI ASR fEBE# Ba L% 15 2% ELFIHE K e 7 J5 B4, 24 Ba 544 Hu N 0.5
If, LBF-50 #4RHERAN R I FE 16 P A Bt i) ASR {8(0.071 Q cm?). Ba JTTEK A5 AR A LaFeO,
AR Sy el ] A SRk Fi b R A P R 31 T BRI, Lag sBagsFeOs A& 1% R A1 H &5 & PERE I AL 57 1)
e AN IT-SOFC HI kA5 A1HL .

E&WE

1) ARSI HE bk I XU R 25 74 BHARAA L) & e 1 AF 78.(20JCZDJC00160); 2) YSZ #AfEH
LR G RERET N R 7T(20192D19): 3) S/ 4 AF N A RMMIX Y i ik 2 48(2022CX3391) .
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