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(57) Abstract: The present invention relates to a sintered material for a di-

—0— Normal CCTO

-
(=
-

o R B A R b Bt Ry |

-—a— CCTO+3wt% glass (1080°C)
—A— CCTO43wtY% glass (1080°C)
—— CCTO coated with BaTio,

Leakage current (Amm'z)

1 X
10 1 10
DC field {volt)

100

S 2L N e

(oo, —

RN R R AR AT

o \
100.1 1

DC field (volt)

10 100

T

e
to

EAH o R 3= §

electric substance which can be applied to a multi-layer ceramic con-
denser, and a method for manufacturing the same. More specifically, the
present invention relates to: a sintered material for a dielectric substance
having a core-shell microstructure comprising a core formed of a first ma-
terial and a shell formed of a second material, wherein the relative dielec-
tric constant of the first material is higher than that of the second material,
and a method for manufacturing the sintered material.
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(4] w3, F 71&9] WE BTO FAE4& 7t 25 oo 23 9Ah 25
o3 4,000 o}4Fe) 2 5RA &L et g Z) 714d ©E BTO
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Nate 548 23 ot

(5] F ol = BaTiO;9] DC-ylo] o} 2 B4 & 34 717] 9181 BaTiO;2):A
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[11]
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[13]

[14]

[15]

o] e} Zro], BTO &2 31489 o] Jlov, DC-Hlo]o] 2~ 54
W37} Ak @il o] ik BEk BCT #2184 -8 DC| nlo] o 22 54]-&
A F AR, A o] FA A dE v o] Qdth.

)&kl 3 E8] %9 4]10-2005-00330093. 5= 524 5- 0 & 4] BaTiO, 24 ¢ A9}
(Ba,,Ca)TIO A WA= A = FA =4 A7|2d =53 o] & o] &3

A5 Aletel AAIEHE 7HA 8L )

Z12]u BaTiOs & 74 120°C <20l A g3l o] & A 0.7]7] o), 2%
ojEA o] | §- A, F A AR & aZ2] 12l ¢/a =7 1] £ (tetragonality) S
FrA Bl oF 3} 7] wiell, Mg 8} &+ Ht= Ba 3F9h, Y 3HgH=E = RE
o} 3HE(RE: 8] EF9YU ), Mn 3}3HE = Cr 3 8& = V 313, Si 3} gk
59 o] F-71AQl 8}§to] Zghu]ofof g}, whehA 7] gl 55 &
A10-2005-0033009 5. ] w2 H WA H & Al 28k &4 w5 %%ﬁﬂﬁlﬂr.
a#RE olE Wy v U& AL 7 il E o A
o 23] A,

o] 2 gk A& 2 A, HAFH 2l 22 (Deschanvres) 6+ - <l (Bull. Soc. Chim.
Fr.4077 (1967))°l| 4] #| 2 H 2~7}0] E(perovsklte) 2o al AR} 71 0.7393
nm¢! CaCu;Ti,0,8 A ZE H313Fa1 Q)

%3k X (Bochu) 5= € 4(] Solid State Chem.29,291 (1979))°ll 4] CaCusTi401»
2 A B0 E o §H4d W 28 AT skaL, AR 471 0.7391 nmo] #ar

Wuk ofu] &}, QF= 23X A~ 7] (Yandrofski) 5 2] V] g5 EF] 45,472,9355. =
TZIES A=A S 9%, w2 vloj AR A v g AxE

3, A 5] 59 PCT/US2001/014297 5 %= 4 54 CaCusTi,0,,(CCTO)E
=9 sx4 iX} 7 A] gl :LE%LJr 7] PCT/US2001/014297 Z.0f] u} =4
CaCu3T14012 FAEZ A 7F Fibap EA O G SkS whR| e XA At

&stttar ok?i?q 1k, 1KHzol A4 1MHz77}7<] 90,000 ©]79] F-AAFG hE 7HA =
CaCu;Ti,0,2] 7 9ol &= 100KHz ©] ol Al §-x &0 & Mt ol e} A7 2

WA sholl A o] 5 o] AskE = LAl o] EAghet. kA 4]
PCT/US2001/0142973%.¢] 7]4& & A) A8} 5 %] B3}3L 9)

olg| gk M 7| &9 AR S FH] At 100Hz°ﬂ*1 105 o] %2
A A (e>109F 7HA &= 1573 &2 Q1 CaCusTi0pol th gk o7}
S5} A 28] ¥ 3 At} 7] CaCusTi0pe DHHE Q1 FA &2 W) 53]

G- FAd ghs btk A7) CaCusTiOpe L4 4o H 8 gk
MLCC(Multi Layered Ceramic Capacitor) 5 3} 7+ &ofol| A o] &= <= 9l
28 F 2] CaCusTiOp, 7 =42 F 37 100KHz ©] /el A 354
(Dielectric Loss)©| w4 3] <7Fsl7] Wlizol, 54 =3 t) Hol| A = -85} A
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H] 548 2] 7 A (DC-bias)7} Atk A A o] )
[16] ol &k HA| A &S 3437 $13}e], CaCuTis01,0] MnO,, ZrO,, Si0, 5 2
LAES 7L A CaCusTLOpol A Cue] 2AS 2 A= 5 g A =7}
AN om, H o= a4 A7 ¥ A (solid-state sintering process) ©] 2] o] &
I

3} 3124 W (Microwave synthesis), =-7 3+4 ™ (Sol-gel synthesis) & 2}
O

) 4
ol S-S vkl sto] S5 S A sl 5t slv.

(7] ek obA 7k SR B9l CaCuli0ne] 3 & F A FASEA ¥
Fo el A S Fol T HARAS G s Ak 2
Zahgint

18] EAgAEe Asd Ad7EEe] BAAS FHe) fetel, o2 5,

CaCu,Ti,01,, SrICusTi4015, BaCusTi,Op, Li®} Ti 5 ©] %28 ¥ NiO, Li®} Al -©|
=349 NiO, Cu0, ¥+ RE, ,A',NiO4(RE = La, Pr, Nd, Sm, Eu, Gd, Ce; A'=Ca, Sr,
Ba; 0<y<2) o3 & Al =4 =2 o] Foxl 510 e} 7] A1 -4 n )
TS AN a1k G oA F A4 o] AL CaTiOs, SrTiOs, BaTiOs,
MgTiO; &3 2 ¥ 5 2= 7}F°] E 7| (Perovskite-Type) & 4 & 4 =Al,0;, TiO,,
MgO, Ca0, SrO, BaO,HfO, 5 2] @ 74485 5 (Single Metal Oxides) =

o] Folxl A5 Lol Fof-d WA FE2E VA= FAEHE AEEHE Y

o o] A& W& a3l

o o] A AIgE A

714 IA
[19] Li¢} Ti7} =3 ¥ NiO, Li®} Ale] %3 H NiO, CuO, | 35 2= 7}o] E (Perovskite)
T2 9] ACusTi,Op, B2 RE, ,A'\NiOQ, 2 0] F 0] 2] ol A M el 5] i= &gl 2
o] Fo| X A I A A = o] Fol ] A&AS EFekaL, 7] A= Ca, Sr,
Ca,.Sry, SriBa,, CaBas, S¢y3, Yo, Lays, Ceys, Pros, Ndys, Pmys, Smys, Euys, Gdys,
Tbys, Dyas, HOys, Eras, T, Ybos, Lugs, Najplay,, NajpSmy,, Nay»nGd,,, Na,Dyp,
Na,,Yb,,, Na,, Y, 525 Na,Biy 0] ™, 0<x<19] 31, 4 7] RET La, Pr, Nd, Sm,
Eu, Gd %5 Ceo] ™, 7] A& Ca, Sr B Ba©] 3, 0<y <292l Z1¢l, =2 &
LA =HES AT Aol
[20] ol o] ® o2 342 Ligk Tizk &3 ¥ NiO, Li®k Ale] %3 ¥ NiO, CuO,
7 & 2= 7}o] E(Perovskite) 722 ACu:Ti Oy, -5 RE,,A\NiO, = 0] 50 %
ol A ey = o] i AA A Y] £9tES AASE dAE
SESES)al, A7) A= Ca, Sr, Ca,,Sr,, Sri.Ba,, Ca,Ba,, Scys, Yo, Lays, Ceys, Prys, Nd
23, PMos, SMyp, Euys, Gdajs, Thas, Dyos, Hoos, Ergs, Tmyys, Ybos, Luns, Naypla,p, Nayp
Smy;, Na,;,Gd,p, Na1/2DY1/2, Na;»Ybip, NainYin = Na1/2Bi1/2o] D:1 , 0<x< 10] al,
~}7] REX= La, Pr, Nd, Sm, Eu, Gd B¥-+= Ce©] ], A} 7] A’ Ca, Sr =+ Ba©] a1,
0<y<2¢l A8, A &=d8& DEEHE Az YES Algsh= 2ot

[21] ol o] T2 A2 Al B R o] FoX] 5o (core) 2 A2 EHE
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[32]

[33]

[34]

[35]

[36]

e FHAEAE 2 AEAS Aoz EAE 5

ok o] mro]-d n A T ZE VA= AR E R 3= AT Al B2 o
g et A7) A2 w o] AR g o] Apol = 25°C el A
HEgE2] 81 Al 2= 1,000 o], Btk vl 281 A1 = 3,000 o], 718 vlghA 8} Al =
5,000 o]/go]tt

371 A1 24 Ligk Tizk 1233 ¥ NiO, Li¢t Ale] %233 4 NiO, CuO,
7 & 2= 7}o] E(Perovskite) 12 2] ACu:Ti Oy, -5 RE,,A\NiO, = ©] 50 %
ael| A AdEE 5 1AL, 7] A= Ca, Sr, Ca,,Sry, St Ba,, Ca,Bay, Scas, Yo, Lays,
Ceus, Py, Ndyjs, Pmys, Smys, Etys, Gdys, Ty, Dyas, HOys, Eros, Tmys, Ybos, Luys,
NaysLayp, NaypSmyp, NaypGd,p, NaypDyip, NaypYbys, Nayp Yy, = Na,,Bi;, 0] H,
0<x<19]3aL, %}7] RE+ La, Pr, Nd, Sm, Eu, Gd &=+ Ce©®] ™, % 7] A'< Ca, Sr
W+ Bao]al, 0<y<20]t},

7] A2 E4- L2 A'TiOs, AlLOs, HFO,, TiO,, MgO, Si0, ¥+ LaLuO; =+ F
AEE 42 9131, A7) A't Mg, Ca, Sr, Ba, Mg,..Ca,, Mg, Sr,, Mg, .Ba,, Ca,Sr;, Sr
«Ba, B Ca,Ba,o] ™, 0<x< 10|t}

T
z
=

,Ekrg o] FofAl v A F2E VA= A A B ] Ao A XA}
F7 e x5E = Ak Y] 2AZRA = 9 Y 5 QAL 7] -8 £ Ba0-B,0s
-Si0,%1 Al o] upgh2 8y,

Agah Wb o] o thE B2 ) Al o] Byl v B A ES E§6o]
A7) Al AR Bt v 5ahe @A) AV HDEAY EEES
AZA 7= AL 3 7] i) a Al Azl £35S skAske] 4] Al 24 =
o] Fo]xl Fo] 9ol A2 HAR o] Fol W WG FAA 7] = WA 212 3L iv)
A7) i) A A AL A A W A3 B o] EHES A AGE
GAE Lgele, Fo]-A vATRE A= 2EEE A UHS
Aggro = dgd 4 9t

371 A1 24 Ligk Tizk 1233 ¥ NiO, Li¢t Ale] %233 4 NiO, CuO,
7 & 2= 7}o] E(Perovskite) 12 2] ACu:Ti Oy, -5 RE,,A\NiO, = ©] 50 %
ael| A AdEE 5 1AL, 7] A= Ca, Sr, Ca,,Sry, St Ba,, Ca,Bay, Scas, Yo, Lays,
Ceus, Py, Ndyjs, Pmys, Smys, Etys, Gdys, Ty, Dyas, HOys, Eros, Tmys, Ybos, Luys,
Na,pla,p, NapSmyp,, Na;pGdip, Na Dy, NayaYbyp, NajpYi, Y += NaypBi 0 W,
0<x<10°]iL, %7] RE+= La, Pr, Nd, Sm, Eu, Gd H=+= Ce°| ™, 7] A’ Ca, St
W+ Bao]al, 0<y<20]t},

A7) AFo] ATiOS 74 F-oll = 7] 93 24 =] Mg(CH;COO),, Ca(CH;
CO0),, Sr(CH;COO0),, Ba(CH;COO0),, Mg(CsH;0,),, Ca(CsH;0,),, Sr(CsH,0,), B=+=
Ba(CsH,0,),% o] F-o % ol A A8 s &= sk} = 7 7)), 218] 3L EElg
O| A ZEALo| = o] 232 4= 9131, A7) A= Mg, Ca, Sr, Ba, Mg, ,Ca,, Mg,
Sr,, Mg,..Ba,, Ca,Sr;, Sr,Ba, %=+ Ca,,Ba,°] ™, 0<x<10]t},
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A AT 6] 1. CaCusTis0y, -5 2 oo 2] 4 (glass phase)©] H 714 AAEA A%

1:3:49] =1 9] CaCO;, CuO, TiO, i-HES A =51 o} 4&(Zirconia ball) & &
Zeld el &7 H7bsla Fo &S AFE-sko] &3k 9 &5 A F (ball
milling) &} 3 v, o] H A P H &8 2 (slurry) =H-E] &H S A T A xd
ol t) &l 4| (grinding) 9 o] F(sieving)E A A & 7] A 71l A 5°C/min2]
S HLEE 9500CTHA] =7 -, o] 2 Ieoll A 244 7k &<t
3} 2> (calcination) 3} %3 T}

o2, JAe A7 54 A8k A g A4 XA 24 BBS(BaO-B,0,
-Si0y) 8l & F7bato] Alehul & Al x5k T A7) 8= S 7 247
30:60:10%1 BaCO;, H:BO; & Si0, & A| =3 Yo} B8 Y2 gjoed 27|
Yo 5 6 A7k BoF B 9l ¥ (ball milling)3F 0 2H] A 25kt 3 RS
LA AE FAE AR F BT BT €of 1,300°Cel| A 3A] 1F 5 <t

T

offt Mr o
i

= o}
A gk 5 2 0 2 58 (quenching) Al AT 7] A S A X Dolxl fe=

B W AAE 342 A5 1 w9t 3 wt% 2] v & utA <573k CCTO
kol H7belo] o 224 Ao 2 U5 7S A 3 (uniaxial pressure) ¢+ -,
150MPa2] F= o 2 W7k A=<t A 3 (cold isostatic press)S 3} St} o] E A
AzE ARELS DA g 2ol 4] 8kaL, 5°C/mine] 42 45272 1,080°C7HA]

g Lo A 2441 71 59k A A (sintering) 3} 3 U

pd 3

EAL e laL, & 20l 274 kel v}

1= R
R LN

all

21 A o] 2. CaCusTi,01,-BaTiO; .0]-4 H o]o] 2] 4Fo] H7td AAE
1] # ol 0.205m12] Ti{OCH(CHa),]s, 0.22m12] o} Al & o} 4| F(CsH;0,) =
A7 ATk 21 31 0.175g9] (C,H30,),Ba & <2 &7] v A ol 7} $-, 100m1 2]

OFA| EARS 7131o] (C,H;0,),Ba & < o] k71 s] &) = w74+ unka}givt,

2 A x
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o]} A, 10g2] CaCusTi Oy, -2 0] A o oy 1 A7k 7he ke vk, 1§,
S5t 8N oF 80 W #] 200rpm &2 o} A Exbo] €3] $ ke w)7)A]

[64]

[65]

[66]
[67]
[68]

[69]

[70]

[71]
[72]

= =
WEATE 7] 2 S ST R g AT R A
1.5°C/min®] T 5% 1,100°C7HA] S 2A1 71 9= 7] =

A7) EAY | EEE R ek A e 3 5 A A ol 1ol A Al
& 1 wt%, 3wt V&2 H7F 5 A74 548 543817 Asto] &4
B4 ARG A7) 2E 3L B 1.2g2 Y2 42 150 £ 2 (mold) ol

&)

15®
A& F L= 7194 ¥ (uniaxial pressure) St 5, 150MPa2] & o = WY1k A4t
A7) @A A7) 2ol A

) & (cold isostatic press)dl= g 0.2 213 &}

5°Cming] 5 =EH 2 1,100°C7HA] &2 AR §- 7] 2520l 1247 5 <F
A th A7) AAE A U3 TEM AMS & 120] YER AT & 125

E%,CCTO 51019} BTO €lo] A A+5 e - Ut

28 347 AAEA ] Ao 24 (Silver paste)E =3 ¢ F- 5°C/min 2]
T HER 600°CTHA] T2AZ 5 7] Sl A ARERQITh 7] A EE
Shel AR A(E 33 AT Agol T A AT o} A FEE HE
Akt

' é

_l

/élj\] Oﬂ 3. CaCu;sTi40,,-CaTiO; 301 % m O] ] %ﬂ )6]’0] %7}% i@%é} Xﬂ}—

1] A o] 0.205m12] Ti[OCH(CH,),]4, 0.22ml12] o} Al €l o} A & (CsH;0,) =
A7FeF ek 18] a1 0.212g2] (CH,0,),Ca & NS A7) vl Ao H 7138 3, 100m12]
opA| EALZ 7181e] (C,H30,),Ca &Y o] $h13] &3 w7} #] awkal3ivt,

o]0 A, 10g2] CaCusTi,Op, 125 H|F of] ol 1A 3F 7h&F wiwkal gt 1 9,
23k oS oF 80 U)X 200rpm .7 o} A EAFo] 9hA 3] 9] ikd w7}
ankskih 7] Az s EF U ke o] H 7Rl A
1.5°C/min®] %42 1,100°C7HA] &A1 7] 3= A7) 2520 A [24] 1)
A A 2] 3}

A7) EAE | s s Bska

FHZ 1 wt%, 3 wt% B &2 A7 5

_

AsE @ T Ao 1914 A%
548 2487 9lsho] 24

=1 3789 15@ £ =(mold)oll A& ¥
A = 7}191d & (uniaxial pressure) S §-, 150MPa2] & 0.2 W7+ 453 A ¥ (cold
isostatic press)st+= ¥4 o 2 sttt 7] JFAE A7) 2ol A 5°C/min 2]
TEEER LI00CTHA 52 AR F- 7] 2 A 124 1F

28 347 AAEA ] Ao 24 (Silver paste)E =3 ¢ F- 5°C/min 2]
F2 R 600°CTHA] S A1 ] 3= A7) RO A ARSI A7) A E A
tapo hdeol Wk Ao A ek §H (% 5)2 293kl o)
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[73]

[74]

[75]

[76]
[77]
[78]

[79]

[80]

H] # ol 0.205m12] Ti{OCH(CH:)s]a, 0.22m12] o} Al €l o} 4] = (CsH;0,) =
A 7V3k vk 212 AL 0.14029] (C,H;0,),Sr & 912 A1) B A o] 713k 3= 100m1 2
OF A EAEE 7181 (CH50,),Sr & 4 o] ¢hd 8] &3l & wj7hA] alnka} 3l
o] o1 A, 10g9] CaCusTi,Op w25 H A ol @] 1A F 71 nlRke}k QT 1 %,
gng &oﬂ o o]: 80 LHX] 200rpm = o]_/q]E}\]_o] Q.;q 6] _AHLQE Iﬂ]ﬁ]—%]
aNEE T 7] A Bdg dFuy ke Yol A7) 2l A
1.5°C/min®] %42 1,100°C7HA] &A1 7] 3= A7) 2520 A [24] 1)

SEEET

A7l dA e @ EES s B aL A AF S §F 9 A Ao oA A x
T2 & 1 wt%, 3 wt% B &2 H7} 5, A714 EAS S48V 938t 4~4
B4 ARG A7) 2E 3L B 1.2g2 Y2 42 150 £ 2 (mold) ol

&)

A& FH A= 714 3 (uniaxial pressure) S+ $-, 150MPa2] & 0 2 W1 A <=9k
2J & (cold isostatic press)dl= g 0.2 285Ut} A7) AFAE 7] 2ol A
5°C/min9] SEHER LI00°C/HA] &A1 71 54 7] 5ol A 124 3F 52t
Al A 3 A7) AAEA 9] ool &7 T (Silver paste) S XS T
5°C/mm4 T HERE 600°C7HA] T A1Z 5 7] Lo A A-a)

TLA

T o
A7) 27800 )sle] Feol e ol f A s f7 EACE 6)S
=4 sh9int.

(2

2 2] o) 5. CaCusTisOp-MgTiO; #0]-4 & o]o] Fre]ako] H7td AAEA A%

1] A o] 0.205m12] Ti{OCH(CHs)s]s, 0.22m12] o} A €l o} Al E(CH0,) Z
%7}6}%Q‘-1‘ﬂi 0.145g91 (C:H50,),2Mg-4H,0 &N A7) Ao 2! A 7Fgk 6,
100m12] o}H EALE: 71810 (C,H;0,),:2Mg-4H,0 &9 o] 2h1 3] &3] d w7} 4]
A3 Th, o] o] A 10g9] CaCusTi Oy, S B A o] Yol 1A 7} 7}
WHkslg Tl 1 - 8k 8018 oF 80 W] A| 200rpm O o} A EAlo] €44 3
i W 7kA]) wakst vl ) xR Sds gFvy FJHM o]
A7) 2o A 1.5°C/ming] $L-E 52 1,100°C7FA] S-S A 7] 3 A7) £ 5o A
1241 3 A A 2] 3 Skt

A7) AR e R EAstal A Es g 5 A Ao 1914 Al x
T E 1 wt%, 3wt B &2 H7F 5, A4 542 54817] skl 24
HAS ARG A7) AARAG L B 1.2gS vl 22T 842 150 &= (mold) 9]
A& FH A= 714 3 (uniaxial pressure) S+ $-, 150MPa2] F& ©

ISR e )
*d ¥ (cold isostatic press)dt= g 0.2 X Y3} T}, 7] 3'53 AF A7) =l A
5°C/m1n/] TUHER LI00CTHA] 52131 5247 oA 124 3F 52t
Al A 3 A7) AAEA 9] ool &7 T (Silver paste) S XS T
5°C/m1n/] T HEE 600°CTHA] 5 =A1 7] S
A7) adEA digte] Faprol] E ATt 74 SAE DS

=4 sh9int.
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[81]
[82]
[83]

[84]

[90]

[91]

[92]

Al el 6. CaCusTiy0-MgO 3104 B ool fruf o] H7hd Hd=d Az

H]A ol] 0.1459] (C,H:0,).MgZ H7H -, 100m1] 520 8-S 7hate] (CH;
0,),Mg7} ¢t 3] &all g w7k=] kst gl o] o] A, 10g9] CaCusTL,0, v E
v Aol ol 1A 7 7he agkast i, 1 5, 239 &9& 9F 80 v A
200rpm O = 7] Fgrol gh2-0] -4 3] _Amg w7} %] seabalel ) Ab 7] Az
S 4L E7M o] Yol 7|2 A 1.5°C/min®] & & R 2
L,100°C7HA] 52171 5= 7] 250l A 1241 1F DA ¢ 3l vt

A7 A H EEs R skl AA S g 5 A Ao 1ol A Alzd
& 1 wt%, 3wt V&2 H7F 5 A74 548 543817 Asto] &4
B4 ARG A7) 2E 3L B 1.2g2 Y2 42 150 £ 2 (mold) ol
A& FH A= 714 3 (uniaxial pressure) S+ $-, 150MPa2] & 0 2 W1 A <=9k
*J & (cold isostatic press)sl= ¥ 0.2 2183} ), /2}7] YA S A7 2N
5°C/min9] SEHER LI00°C/HA] &A1 71 54 7] 5ol A 124 3F 52t

Aot 24 F 37 AdEA o] ol 27 (Silver paste)E LS 5-

5°C/mm4 T2 HEER 600°CTHA A7 T 7] Lol A sl el.

A7) DA EH ol thsto] Fakapel] WE Al et A SR 8=

=4 sh9int.

TF%

2l }\] Oﬂ 7. CaCu;T1401,-ALLO; ﬂoi .l U‘] O] oﬂ %ﬂ )6]’0] %7}% i@%@ Xﬂ}—
H A ol 0.191g2] (C,H:0,),A1E A7) Bl A ol 7138k 3= 100mle] F-ol g 22

7Fako] (C,H,0,),A17F ¢4 3] &3 wf 71-2] al Rk} T}, o] of A, 10g2] CaCu,Ti,
Op -2 1] A o Lﬂoi LA ZF 71 adkslglvh, 21 9, 9 & o2 oF 80 WA
200rpm & 2 7] Sl BhE-o] ek 8] Sk wj7kA] kel Qi) ) iz E
s AT L E7P14°1 wol 7] 2ol A 1.5°C/mine] § &5 ==
L100°C7HA] 24171 §- 7] L-Xeoll A 1241 3F A A 2] 8l vt

&7l AAY d S R R ek A EE T 5 A A o oA Al
FHE 1 wt%, 3wt% B &= H7F 5, 1714 54 543817] 95kl ~4
B4 ARG A7) 2E 3L B 1.2g2 Y2 42 150 £ 2 (mold) ol
A& FH A= 714 3 (uniaxial pressure) S+ $-, 150MPa2] & 0 2 W1 A <=9k
“d & (cold isostatic press)d}+= T O 2 X & 3}Gl v}, 7] AP A E A 7] 2l A
5°C/mm4 SEHEE 1,100°C7HA] S2A171 3247 QEoﬂxﬂ 12417k &2t

AalQlvh 24 3 7] AdEA ] ool 245

5°C/mm4 T HLEE 600°CTHA] A 71 -

&7] 2d Aol tisto] Fulrol wE %‘ﬂ%%{é}?% 3 -’E@(E 9=
4 ehelnt

rlo



11

WO 2010/143904 PCT/KR2010/003745

[93] 2 Al o] 8. CaCusTiy01,-TiO, F0]-4 2 o]o]] Fu]Afo] HA7d 2 AE2A A%
[94] 1] A o] 0.205m12] Ti{OCH(CH,),]s, 0.22m12] o} Al €l o} A & (CsH0,) S 3 713k
-, 100m12] <ol & 22 7138}o] TI[OCH(CH,),l, -8 9] €471 3] &3 & w7}~
A HF3FSTE, o] o] A 10g9] CaCusTi,Op, -2S- H] F of] o] 147} 713
Jo}Oﬂr/} = I3 zzng ,Q_oﬂ o o]: 80 LH;q 200rpm9.i /\L7] Pr_/[:oﬂ E]—.Q.O]
A 5] 3uke rqm;q WS g7 AERE BES Ty Erk e Yo
7120 A 1.5°C/mine] &R 1,1000C7HA] -2 A1 71 5= A7) o)l A4
12417F A A 2] 8 3 vt

=

.

7

F

[95] A7) EAe | EEE R ek A e 3 5 A A ol 1ol A Al
el & 1 wt%, 3wt V&2 H7F 5 A7 4 548 543817 ko] &4
L 4‘31‘/} A7) AL B 1.2gE Y2 9] 150 5 (mold) ol

15®
A F LS 7] & (uniaxial pressure) - 9-, 150MPa®] §F& 0.2 WY1l A<=
2J & (cold isostatic press)dl= g 0.2 285Ut} A7) AFAE 7] 2ol A
5°C/min9] TEHER LI00°CTHA] 241X 52 7] S50l A 124 3F &<
AstQlrh 2 5 A7) 2d A o] ol 27 S (Silver paste)E = E G -
5°C/m1n4 L 252 600°CTHA] A7 F A7) SR A AXET).
[96] A7) A EAel st Fubarol] W Aol F Aot A SR 100

=489},

/\

[97]
(98] ]}\] ] 9. CaCu;T140.,-HIO, 301 l m O] ] ﬂﬂ-o] ;ﬁ7}% ac e%ﬂ Xﬂ
[99] v A ol 0.191g2] HICLE 7}k 5, 100m1e] <ol €h2-5 713lo] HfCL7}F
18] &alE w7kA] ankakgivt, o] o] A, 10g2] CaCusTi,Op w2 WA
Dol A2 7heF ks gtk 71 % 23k 89S 2F 80rpm W] 4] 200rpm S E
71 Hrol @ ol ehAds] 3 wizhbA] awkal ik o] HA Hxd HEe
7ol Yol A7) 2ol A 1.5°C/min2] & 452 1,100°C7HA]
7] L-Iol| A 1241 1) &9 A A ¢ k3l T
[100] &7 @A | S T2 E4ska A F= @ 5 A el 104 A&
1 wt%, 3 wt% B &2 HA7F 3 A7) 4 EAS =487 ﬂo}oq |
ARG A7) 2438 Bt 128 U] 2 49 150 & = (mold)ol
A& FH A= 714 3 (uniaxial pressure) 5, 150MPa2] §F& S %71} ARl
) & (cold isostatic press)dli= 74 0. = %13 O}Oﬂr/} A7 A GAE A7 E A
5°C/m1n/] ST 2 L100°CTHA] 52 A 7] 3= 7] 2ol A 124 1F &<t
At A4 547 A EH o] ol 27 S (Silver paste) & EE F-
5°C/mm4 T2 HEE 600°CTHA A7 5 7] ol A A8l
[101] 7] &dEA o tiste] Fafgrol] & Gl et 4 SAE 1D

=75k,

1

_4
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TR

7% 1] Li¢} Ti7} =3 ¥ NiO, Li®} Ale] &3 NiO, CuO,
¥ 55 2= 7o) E(Perovskite) 72 2] ACusTi,0p0, “12] 3L RE,,A'\NiO,
7 o] Fo| X el A A E = B 2 o] Fof At
AAZA R o] Fo ] ALAdE T}, 7] A Ca, Sr, Ca,Sry
, SrixBay, CarBay, Scas, Yoi, Lays, Ceos, Pras, Ndas, Pmys, Smys, Euys,
Gdys, Tbos, Dyas, Hoos, Eras, Ty, Ybos, Luys, NajpLais, NaypSmyp,,
Na,,Gd,, Na1/2DY1/2, Na;»Ybin, NaioYin = Na1/2Bi1/2O] D:1 5
0<x<19]aL, %}7] RE+= La, Pr, Nd, Sm, Eu, Gd %=+ Ce©]
A'2 Ca, Sr - Bao] a1, 0<y<2%l Al =48 4

F2] Akl A A, 7] 2AZA L el Ad= 5H S

(0]

_|_4
ol

[i

O
0.

[i

2 3)

TR TRT
oo

ol

[ } 4] Li%} Ti7
¥ 55 2= 7o) E(Perovskite) 72 2] ACusTi,0p0, “12] 3L RE,,A'\NiO,
T ol Fo|xl ol A e E = B Ha A A S
2AsE GAE 23131, 7] AT Ca, Sr, Ca,,Sr,, SriBa,, Ca,,
Bay, Scas, Yo, Lays, Ceas, Pros, Ndys, Pmys, Smys, Etys, Gdyjs, Thys,
Dyas, HOys, Erys, Tiys, Ybos, L, Nayplayn, Na,Smyp,, Na;pGd,p,
Na;,Dyip, NaypYbyp, Nayp Yy, B2 Na,,Bi;, 0] ™, 0<x<10] L, 7]
RE+= La, Pr, Nd, Sm, Eu, Gd %=+ Ce©] ™, 47| A2 Ca, Sr =+
Baolal, 0<y <29l A, FH =2 & 22 &4 Az U,

& s5] Alagkoll oA, 7] AA XA FeEf el A

FHEEE S AEA Al .

A5l 2ol A, 7]

O
0.

)
N
N
vol
o

@
=z
Q
%
Q
ro,
Y,
1o,
o
A
o,
o
il

E st a0 ,
B9 FUF AP 7] A2 BAL FUf AR 2
AYe BAOE i R4S 2 AR

[78 7% 9] Aol Lol A, 71 Al

Aol 1459 2ol 21 21918
Shiz 3] VAT 2E A HARAE 2ARA,
(4573 10] gl ol A, 7] AL A 9] ) age} 4] A2 e
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[7d7-8+ 13]

[7d -8} 14]

[7d -8k 15]

[7d7-8k 16]

(7478 17]

[7d7-8k 18]
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[e)

0
5
1o
Wi

Fol 7} 25°Cell A] 3,000 ©]73
AT 2E A FARAE

g &
VE7N AT =] A
1

K

o
i,

o

h

ol O_?L
2
o

ox, 2
2 %
o
% %
R oS
ox, S
4 2
o X
Wi
24
<
N
il
b
4
O
=2
>
N
o
jaw]
o
<
o
o

T = =
A AT EE Ve FAEEE AE S

K
2

op 2 o
o0
o
2
30
2.
>
0%
N
2
k.
i
i)
S
c
o
=
N
N
o
2

[e}
¥l NiO, CuO, #| & 2= 7}°] E (Perovskite) 1-% 2] ACusTi O,
31 RE,,A'\NiO, 2 o] F0] %] oA Aey = 4dS 5o
3}ar, 47| A= Ca, Sr, Ca,Sr,, SryBa,, Ca, Ba,, Scys, Yo, Lays, Ce
23 Ploz, Ndysa, Py, Smyps, Eugs, Gdojs, Thys, DYos, HOs, Eros, Ty,
Ybos, Luas, NaysLlay,, Najp,Smyp, Nay,Gdyp, NaypDyip, NagpYby,, Nay,
Y., B+ Na,Bip0l ™, 0<x<19]3%, %}7] RE+= La, Pr, Nd, Sm, Eu,
Gd =+ Ceol ™, d7] A'2 Ca, Sr F=+ Bao] a1, 0<y <29l A ¢l,
Fol- A vAlF2E A= FHEEE AdEA.
Aol 3le] A, 71 A2 =4 o] ATiO,, ALOs, HfO,, TiO,, MgO,
Si0; & LaLuO;= o] 5-0] % oA A e s = AL S EFJ o=
3}aL, 7] A’ Mg, Ca, Sr, Ba, Mg,.Ca,, Mg, Sr,, Mg,.Ba,, Ca,Sr,,
SriBa, =+ Ca,Ba, 0] 2L, 0<x <12l Al Fo]-4d v A FTZ=
THA = FAEA g AEEE
Agaoll Qhof A, 7] do] 2EEAF FUFR Eoehe S-S
SR 0% g oA AT EE VA= FAEEE
Al 148kl Qo A, d7] 2 A=A 7 2 el A
Fol- A vAlF2E A= FHEEE AdEA.
A58l 2le) A, 7] 21 7T Ba
&F= Fto]-d v Al 2 E VA
)AL =] Ed 9 2 ES 29ske] 4] Al =
S I8k 9 AL
i) 7] A EF=S A7 = G
iii) 7] i) A o Adzd =S skhstel V] Al 2 H =
o] Fo| X1 s1o] ol A2 B = o] Fol x| AFE A 7] = A
Z1e]ar
iv) 7] i) EA N 2 28 A EES LAsE BAE

= L
sz, 3ol v A TR A= f AR A 2R Az
R

o o
=

@
@
o
»
@
o
PR
no
o
A
o,
o
il

o o

17l o)A, 7] A1 EZ o] Ligk Tiz} k=23 ¥ NiO, Li}
Alo] %53 ¥ NiO, CuO, 3 22 7}0] E (Perovskite) ‘12 2] ACu:Ti;O
1, ZLE] 3 RE,,AYNiO, % o] F0] 7 ol A Aels]i= AL
=2
(e}

3}aL, 4 7] AT Ca, Sr, Cay,Sry, SriBay, CaBa,, Scas, Yo
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[7d 78 19]

[7d -8 20]

[7d -8k 21]

[7d -8k 22]

[7d -8 23]

79735} 24]

[7d -8 25]

[7d -8k 26]

[7d -8k 27]
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s Lass, Cesps, Pros, Ndos, Pmyys, Smys, Euys, Gdys, Tbys, Dyos, HOys, Erys
, Tmyps, Ybops, Luys, Najplay,, NaypSmyy,, Na,,Gd,p, NaypDyip, Na,Yb
12> Nayp Yy, 525 Nay,Bi,°] ™, 0<x<1°] 3L, 4 7] RET La, Pr, Nd,
Sm, Eu, Gd %% Ce°] ™, 7] A'2 Ca, Sr - Ba©] i1, 0<y<2%!
A8, 5oy MA T 2 E VA= RS AEEE AlZ .
A 178k QLo A, d7] AZF o] ATiO:R] 5ol = 7] 9]

2 & o] Mg(CH;CO0),, Ca(CH,COO),, Sr(CH;CO0),, Ba(CH;
C0O0),, Mg(CsH;0,),, Ca(CsH,0,),, Sr(CsH,0,), % Ba(CsH,0,),%

o] F o] X Fro| A M e E = s} s I A, e o Bl ey

o] AT R EALol = o] ZgEQ AN B0 31, 7] AL
Mg, Ca, Sr, Ba, Mg,,Ca,, Mg,..Sr,, Mg,Ba,, Ca,Sr,, Sr;,Ba, &=+ Ca
1B 0] 3L, 0<x <18l Z1Ql, Fof-4l WA 72 F 7}A] =
FHEEE S AEA Al .

A 178kl Qo] A, A7) dZo] TIO,Z A 9 3 v F4: 4135} &-2]
5ol = 237] 35 24 & 0] Mg(CH;0,),, Ca(CH;CO0),, Sr(CH;
COO),, Ba(CH;COO0),, HfCL, ¥ Al(CH;COO),% ©]F0] % -of A
MeElE e st 8 o9 B3R 1S 5HoR s

A7}l oA, 7] ivyd A7 7] 2E A TA S
AAZA ] EFES AT E AYS EH o= dhE T4
NAFZE 7 = FAEEE 2454 Az i,
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[Fig. 2]
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[Fig. 3]
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[Fig. 4]
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[Fig. 5]
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[Fig. 6]
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[Fig. 7]
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[Fig. 8]
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[Fig. 9]
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[Fig. 10]
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[Fig. 11]
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