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ABSTRACT

The electrical conductivity and phase stability of ZrO, doped with Sc,0; and CeO, were investigated in order to search for better
solid electrolyte material for solid oxide fuel cell. Present study showed that ZrO, doped with Sc,0; and CeO, exhibited no phase
transition during the heat treatment up to 1350°C~ 1550°C and was stable as a cubic phase in whole temperature ranges. The ZrO,
doped with Sc,05 and CeO, showed much higher electrical conductivity than YSZ in the temperature range of 300~ 1100°C and better
long term stability than other Sc-ZrO, based electrolyte that showed the possibility as a strong candidate electrolyte material for
intermediate- or low-temperature SOFC.
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Ce0,,"” Smy0;, Yb,05,” ALO,Y S& 37 Hristozm
HAE A3, F4% AERS] gar e 5 oy
Hygo] otk §HH Ishii 5 Zr0,°) Sc, 0,2 FH7HE 4
ALOE TSt HIE R FAld H7bste] 1 H7leFe] A
A2 B4 vNE Gl thel B wp k™
Al A7bEo] eHgstE YA 70, BES AHEE
o AF2EE gElEy LAAAE XU BESY,
SEM #Z, XRD £ 28|32 A7AEE A4S EdA
AAZ7 g Al Egwsle] wisiA Golr gt
o|2HE B AFNME 10mol% Sc,059F 1 mol% CeO,
7t B4 At} skE oA Zr0,9) 800°C ©) st
FALY AN AR FE7eHS g Bk

2. HWEHYH

AAA ZNE 10 mol% Sc,059F 1 mol% CeO,7F 3715
o] orA3H YA ZrOxSZ, Daiichi Kigenso Kagaku
Kogyo Co.)& ©o|&3t5th SZ ¥22 100 Mpa F=9] ¢
Hog SISty AYPAE BEUL, oA 1350°C~
1550°Ce] 2=HHAR F7] FollA 117t AAsIH

Al dee AZFTAE SF3L FTHRFTANA AL
AE B9 F ZFFASG FFFAE S%6d 2%
gt o2 Y & o]&3te] FAsAT &
Hee] 2FAEY 73R FY vAFRE ZotR
98 SEM A& a3 X-4 3F 84 FXE A
3 Ao mE AR AAYFEE LotEUY.

ANAEEE BE AlEEd dal 371 F4 DC 4
DI AC JHPEEE TA FAF] Gobr itk
DC 493 S o83 AEEE 3x4x 1]l mm FSHAR
%2 NHEE o]g3te 300~1100°Ce] 2EH YA 50°C
HH o2 ZA3AT Al WE A7IHER HIlE ¢
olr 7] 93 AFdME 1350°CoA AZT AuFoz
w2 Ax9] SZ13 1400°ColA 2Z S JUjdoz g2
Yol S72& o] &3 800°CollAM FAIZHEt SA A
DC 4324 & o83 32 current source(Keithley 224
programmable current source) & ©]-&8 HWFE T L
Microvolt DMM(Kithley 197 autoranging microvolt DMM)
o7 AYAsE FA ] 1-V 5A4S LI linear regre-
ssion3te} 1 7] &71ESH A¥dE ARE F, AEY
el Al (shape factor)E ZHE] A/NAEE=E Pk W
HE ARE-sT

AC 49 =42 impedance analyser(Solatron SI-
1260y ©]-&3}d 400~ 1000°C *F$lellA 100°C 7HH o2
FA8te 2xo & M/HEES] W E GotH Yyt
AlAE A& Tmm, 574 1.5 mme] vz mgo] A5

3L, 2AFAEE 0.05Hz~13MHz 39929 50 mv
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Table 1. Sample Name, Composition, Sintering Temperature and
Density of Specimens

Sintering  Geometrical Relative

S:::é’;e Composition  temperature densit;/ density
(°C) (g/em’) (%)

SZ1 1350 548 95.85

SZ2  10mol% Sc,04 1400 5.55 97.08

S73  +1mol% CeO, 1450 5.58 97.60

Sz4 +8 mol% ZrO, 1500 5.50 96.20

SZ5 1550 5.49 96.03
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31 2guE

Sc,058 Ce0,7} B9 HrlEo} obgste 2r0ySZ) ¥
g ARE-EF] 1350°C~1550°Ce] £ YjollA A%
AR tiste] ol2F|Wdiag o F% AU 2
& Table 191 YEMHTH AFdxA0 W& = Ho
yehd Zis} Zho] & Aol glont 1450°ColM A%
Sz3olA Hdizk-& yetlidd. 28y 489 ARES
BT o]l22x9 95% o]4E YEille RoE Hol 4
oMol dExAH 2dz0 BT HHsHdxr #
lRezl=

3HH Table 19 ANLEE AL 93] 229 44

22]
Zr0y(SZ)9] olEREw ok (el o F4E YHF
AAFEERE 48 5 AU

d=0.512 + 3(0.0212A,+ 0.00023A,)m (1)
2ol Yepd de A AE23Yol agAe] Axp

Armm)olH, AL Hrbol# AEFHUE o]2Alo]g]
ol &yt Atelth AE FH7tol2H AEIYE o9 4
sl Zpolo] mE H/MIFEES MOE EAINS we
mol%E WeEld ZHolth ) 10mol%2] Sc,0; 182
mol% ScO52 AANHI 1mol% CeO,= 0.9 mol%E,
89 mol% ZrO,= 80.9 mol%E AlAEch ¥ Sc**e] gl
4= oleutA e 087 A0l Ce*'= 097 A0z Qb
AzFol ugA e AR A(NRYE 5092 A=
Asbdct A H A o AT EREZRE SZe
Zr0,8095€0.182Ce0 00001 9002 HAIHEZ EAZL 113.789]
"ot wEbA Sc,0.9 CeOy7F BAIAZME Zi0,E 5.092
A< Aaleto) 47019 2o} G}t EAstEg
o] &9 & (theoretical density): 5.717(g/em)& Al2HHE T},

3.2. XRD AHE4A

Sc,0y7F AR ZiO,= 1 FUhEo maka AR TR
7t Wdh=d], 53] 800°C o|s} Ao HItEe] &7t
SHHA] THAPA (monoclinic)o| A 7 W4 (tetragonal), %4
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(eubic), 5% (thombohedral) 9] =2 Ao} oyt
¥ = 1~2mol% FES Sc,0.7 A7tEW ARTZE
E AL el 9F 3 mol%~4 mol%7t H7HEH
AP 3 Aubgo]l FESIAED. 3 4~8mol%E H
7FehE AAAAE JER) AL, 8~ 10 mol%e PHHES U
ERAT 10~ 11 mol% M & JRdS sHZgel 3&
. 22 11~ 15mol%2] Sc,0,F X3t ZAdClA
' A 32T 5 An® a2y old H7hE)
e A7z WHale ey AZxZA wet
A okzbe] zpolE Holedl, 11 mol%e] Sc,057F H7H
71000 CeO, 5% 722 23 A7/MAIE F 1 mol%RBE H
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Fig. 1. X - ray diffraction patterns of as-sintered SZ1, SZ3 and
SZ5 at room temperatures.
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Fig. 1 1350°C, 1450°C, 1550°ColA 24¥ SZ1, SZ3,
Sz59) X-4 338 ¥A4& vehd asjzeln. 2yl
B 10mol% Sc,0:9 1mol% CeO,7t EAle) #H7HE
SZ1, 873, SZ5= 2% A4S Yelz gl
U SR e 23 A Z3 Qi) o] 2F
B B dAfoA Zt £%(1450°C~1550°C)E & &~Z43 SZ
AZEL GXNAAAF ojud Fdolx Yod)|x &L

PPALE AL UFE & 7 U

3.3. 2x|e| OjM=Z|

Fig. 2& 1350°C~1550°Ce] 2= 9ollA 1A B
2AZ SZ1~8259 mHZE2AS YERd A o)t Fig. 2(a)
= 1350°ColA &A% nARF o 2A(SZ1) 715e YA
of ZAsy AFYe A= FLE AL & F Utk
1450°Coll A &2 3 A|HY 7-$-(Fig. 2(c)) "IA7]Fe] ¢
Aol #d3tA EAste RS G ol 715l
o3 P QA TAE T3l YAZNHE 5 XLt
A4y Aoz FoEch & Fig 2 ()& 7z
1500°CS} 1550°CollA] A A A|#(Sz4s}t Sz5)9) mAl%
2o 2 1450°ColA 2723 A (Fig. 2(c)oll vls) 23
B3 7)1Fe =77 A3 7)FEE SIS Ed
4 Slth(Table 1 #3). AR Y KT} AYseE
o 2 A aF F 71F-AdA Eeol o g2 =t
A&E & Qo) nRA g B]l upel Zro] tjF-iEe]
71go] YAl EAstL Yodle EAlEA e HoE
Kol 71%F-94A £ 9§ AL ofd Aoz ®wRlth
wEba ar2o|A A AlHY HS(Fig. 2(d), (e)) &Th

Fig. 2. Scanning electron micrographs of as-sintered (a) SZ1, (b) SZ2, (c) SZ3, (d) SZ4 and (e) SZ5.
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Fig. 3. Temperature dependence of electrical conductivity of
YSZ and as-sintered SZ samples(SZ1 ~ SZ5) measured
by (a) DC four-probe method and (b) AC impedance
method.

H AC duE2aHe GAA A5 AAH(grain)o) Wt B
Y Al(grain boundary)ol] WHE HEHE EHHOE I
T Atke FHe) ok 2y mA R mE AC ¢
A2 Axjel] 3 gL B A7 ZAEANAA &
zfolE HolX| go} Hrt AL FGeoxe YJudx &
e F3% F 35 838 Aoy EXME F=2
A A7NAEEd g AR BRI 2 3.

Fig. 3:& Zt7te] &mollA 24T AlH SZ1~8Z5¢] &
NNHMEERE 259 wat Yebd 2 Zolth Fig 3(a)e
DC 492PH & o) &3] 338 A=Egeld Fig ()=
AC YHA2Y L olgsle FAHG Aol F 1
YPE vws B EYFoz FHJg F FdEol A
ey 250 wE AEE "M dF expEe <t
oAl Ae] U3 AL B F ded, ol B A7
Al AHESH AW olY SAAEC] AHETE £
o] AYE HsF= Aol

4 Fig. 3o JEd SZ1~875¢) ANAEEE A3
2o g vebd ulMl7xe zfolg #AIgle] AL H
=3 g A AE, ol EE AJEEC] 95% ©]
o] FOUEE 7HA iR Aol7t A1F E4d
9% FA L3S veido 38 2E &FA =
1100°Coll Al F 0.44 S/om, 300°Co1A] 1.6x107° S/em &
T AxEge 7k A 2x77elA YSz B &
AERE JellEd, o258 Sc,0,9 CeO,7F TAIA
7HE Zi0,v= A71AEES A7) HoA & 800°C 3+
SAL G9olM Ea4AA ZAANELE & F AU
T8 Ishii 52" 12mol% Sc,0,7t H71E 70,4 A
;Ee A$ 600°C F2oA AP (cubic)lA] THA
(thombohedral) . 2 9] A}H o7} dojyn Axwrt B
£Hoz FHIA Astgrta Big v le=d, 9id
Fig. 39412} 72o] Sc,0.8F £%2] Ce0,7} Ao H7Hd
210,90 & o|2F AVAEEe EALFH Wil o
AdL & 5 ok

3HA Fig. 39] AFolA B H7|AEE] L&Y
o] 2= wet F PR yFol A& E F 3
=d ol F 4994 AR 43R E 7+
zb Pl EH oF 630°C oM E 0.72eV, 2ol3te] &
EoM e 144 eVE YERISIT o] FA] A KA &
st JYAP7L ZA e Ade 4k ZioA A
sl Ao A 2] Ao}l 7o) 630°C o]4fe] TEEAME At
2T bl Qs Tt o] AT A FHY 1
3te] emoaE AaFFol A7t Fole(sc)H 2R
B2 EA3}7] & ol Ezlo] BaF SRzt
gy ggez wddn.
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Fig. 4. Comparison of long term stability of SZ1, SZ2,
7.85¢SZ and 8ScSZ.

#E vebhd gz zolt} Fig 49 AgolA B3 sziz
S729] A/NHAEEE FAHAIES A= F3g
2 glol WEF 0.12Sem FES e FASE AL B
 ded, o] 3 Fig 39 Jehd &2 FF 800°Ce]
A F9 A\ AEERT Y 2R 3] (annealing)
ojde] =7 Mimgto] AL AL FAHL USS Y
ehdo}, 283 Fig 49 JER ARl 1350°CS 1400°C
oA A% SZ1, SZ29 Nomura Eol ¢Js] mzg"
Sc,0:5t H7HE Zr0,9] A719/d9) thgh B]welA] Sc,0;
o Ce0,7F BAIAHZFE SZ13 SZ2& ERAHESL A7)
Arxe] Wt Al gloy 7.8 mol%2t 8 mol%] Sc,0,
7t A7VE Zr0ye 257t At et A7idEEsE |
A3 #gadeE AL B F Ao Se,0:% HI7ME Zr0,9]
o]# 3§ BOAHAL AT 3 A cluster, AR
Al(grain boundary)ollX dojvh= E-Ad-o] H-2](segrega-
tion), H&Are] A &) (redistribution), o] 519 ol
7] fele g A E o)A} Sc,0,9F CeO,7t BAIH 7
710, o]# 8k do] AAHAZ S & & U

ol AAEZEE 10mol% Sc,0:9F 1mol% CeO,7}
A A7EE HAslE WA Zi0,= YSZ Huh -7
g A7 AEEE 7Y, T8 Sc-ZroyAl s Hls)
AHAAE Hoju 800°C olste) 2xellA HFdte T4
23 SOFCe] Asjdz APFS & ¢ Uk

4.4 8

1. 10mol% Sc,059F 1 mol% CeQ,7} FAlG H7H 7r0,
£ aZ2Ed BARle] A BT S e
wor oj#gh A7tE Fgstd WA ZrO,= 800°C ©]
3o A2 JYGoME dHole g F4% ArAEE
o A3t glo] AHEE & AL ¢ F U

EEREELEE

dsf @] AUEE BF 95% oo} ol YutH
SIFAAAY SOFCE As|de LHLE7) 1400°C
AL At B o 7|E2e FARAL JUE &8
T XF3 Sc-ZroAlY AAES AT & I
2 gk

3. 10mol% Sc,0;2F 1 mol% CeO,Z FAol H7}3k
HAFAIZ AP 710+ SOFCY AF L% AP oA
YSZ Bt} 5% AEEFS 7 FA&3 SOFC2
A2 ool 800°ColA TE Sc-Zr0,A A AR &
H A719A-A8E JeRdTE meky 7|Ee] YSZE A st
o B} @& 2EoME ZAFo] rhedh $AHE A
A A8E o848 F U Ao AzdY,
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