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X B (ZresSne ) TiO. Al 29) £ 2ZAZA (B0 - Liy0) & H7lel ©E mlo]agsl 424 g ujATze) ujxe
dkol thaled 373t gt. 1.0 mol. % Sb,O-F H7hskar 1300 C ol A 5AIZE &2& (Zry Sno ») TiO, Algb 2 9] 74 (B,O; - Li.0)
Arlek Fotol whel AUzt ¥ AAY Aol o) FAATA Q- {32 FUH3he] Holeke] 0.35 wt. X oA Fcigrl 383
59,000¢ 7z Yebiision, 0.50 wt.% ol H71a Al Al 242 A2 2 qlste] 4dkgth 1.0 mol.% Sb.0s9}
0.35 wt.% (B:0s -+ Li.0) & 7} (ZrosSne o) TiO. AlZFL2E 1250°C 2 1350C A 5AIY 228 Z$-olle 22 v]wk2- TiO,
o] Eahe} o iapAI Aol gk AAGU 7T Yo 2 lste] nlojaBal FAUEAQL el o)

Abstract Effect of (B,O; - Li,0) as a sintering aid on the microwave dielectric properties and the microstructure of the
(Zro sSn, 2) TiO4 ceramics were investigated. When the (Zro 5Sno 2) TiO. ceramics doped with 1.0 mol.% Sb.O; were sin-
tered at 1300°C for 5 h, the dielectric constant and the Q - f values were enhanced with an increase of the amount of
(B:0s - Li;O) up to 0.35 wt.% due to the densification and the grain growth, and reached the maximum values of 38
and 59,000, respectively. However, those properties were decreased above 0.50 wt.% due to the formation of the secon-
dary phase. When the (Zr1o sSno ») TiO. ceramics with 1.0 mol.% Sb.Os and 0.35 wt.% (B0, - Li,0) were sintered at 1250
‘C and 1350°C for 5 h, the microwave dielectric properties were deteriorated by the presence of the unreacted TiO,
phase and by the formation of the intragranular pores resulting from the abnormal grain growth, respectively.
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Y (donor) v+ A1 (acceptor) £2 HrpA4o%e) T3t
A7t A=Y g}, Iddles® & Nb™ 53 e vy
o] (donor ions) & At2FF FF FiAIA FA&A
£ Z2AFE E971 gl dbg, La* o e o Alee)
(acceptor ions) & Az} =& F7HA #AEAE F7)
Ak 2 3Ekgd, Yoon'™' 5& Zn0E £2AZRAR
3le] Nb™, Sb*, Ta® 53 22 57} ofol2& Hrlslo
Tujole) ot KAL) ATl hile) B3 7w}
Ut

(Zro. Sne ») TiOy Al AE FY vlojaZRd FHE
g FABIEA 22425 F57] 97 A7 o8 I

Zol| 25l 813led A ko). Kudesia S'2& Tawe
AHEEE] (Zr Sng 2) TiOs +28 F48E La.0:% ZnO
E 2A4ZAZ FHrlsle] 13267TC 16417 2 AT o2 A oF
& AL vebd HbE Takada 5'7& AsEEghyo
2 AZEF (ZroSne ) TiOs Lol ZnOs} BLO7 FAE
ql glass fritg H718led 24 =E 1100C7HA] w& +
AR vfe]z2m} fAHEA-L AE ).

(Zro SN2 TIO, A}l xg ABEEFYHo 2 FA4T
73Y AF7HA Y Baed Jehd wpe} o] 4~AZAR
ZnOE AHE-E 739 1400 Cu|gtoll A £ AXLE7] o g
7] wEol B dFeliE 1400Curtel A A =)Us}s)
7Vsg 2AZAZA, BOs-Li0A'ell A B,0s} LiDe
87} 1: 1ol9 32444 (congruent melting point)
o] 849+2C=EA 714 22 (BLOs - LiO) & (ZrosSno2)
TiO, Aleb=izol H7}eba, H7kF 9 274229 WHalrs)
olo]ag sl fA5A Y uHlFZdd] v|X= e i3}
325

2 HEYHY

E AN E 3LEHEM ZEE(99.0% °l4) 9
Zr0,, TiO;, Sn0; ¥ Sh.0sF AHEslgom, A|He A==
Ak el AbsE E¢Re® 3. BUE (ZrosSnoo)
TiO.2} ZA4v|2 AaFsiodon], ¥ AFAAA o|n] B1
g+ upe} o) (7 Sy ) TiO, Al2be 9] vlo]ma 2
FAE5AE F4A1717] Y8t 571 F7MAR Sb.0sF
1.0 mol.% #7}3tacth. AFd 4 A o) £ g o
&L 4= Fhod A Fe] 10mmeal A2 F e}l T4 & A}
43t 24 X175t 4 Y F Az Az E
W& A2 E o] &8t - Fulvt =7k 4 200°C/he] &
2&£ 5 2 Z7)Fe A [150°C A4 5417 B4t 3} 43Hch.

2AZAZA (BO; - Li0O) 3FES ALl o
£%(99.0% °14) 9 B,0:2} LiL0s2) EulE 1:18 5
23 F o dF S LulE st AFe] 10mmal A=
Ffo} FAE M43t 24417 Fok 4 £, A2 o
ch:_ (Bzos * r °\l
A 127t shagtod gAdSdo). ahagh Edol] £ AZXAR
Al (B.0s » Li,O) 3FES 0.15~1.0 wt.% H9uallA
A7 e Ho1g 3 ofA] 24207F Eot g4 BAlg & Az
sl AE=A)7] E2e 80meshA 2 A 123 F 280
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12mm<e) E=§ AHg-3ted 700kg/cm’e 2 13} A3 ¥
1450kg/cm*2 54 ¥sted, 200C/he $EE2
1250, 1300, ¥ 1350°C oA 5]t 53t 27238 ¢c}.

27 F A4 H3E FEI) Ysted X-Al AR
(Rigaku Co., Japan) & 3t 22 A|HE SiC odv}
2 (#800, 1000, 1200) 2 +=x}8o2 odAnlgk o} 0.05
me] y-ALO; EEE HF dAviilxn 283 AHV)2 A H
g ¥ <ol A (thermal etching) stdct. 42 A|He] A=A
3 32719} 2244k 0] A o8 58 FES] HeiA el
o] Hsled SEM (Jeol, JSM 820, Japan) & o]&3}e] u]
Al FZ2E #Astgct. Hakki®l Coleman'®el] & A 4]
¥|32 Kobayashi®} Tanaka'®7} 2A% post resonant
method & AH43te] 7GHz, 25~85C 2} 2= ¢ol4] w}
olZ&s #H 5A& SAsAdch

3 &xnt H uE

23 18 8b0s9 H71ekE 1.0 mol. % = A8 (B:0,
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TiO, =27} A 2422 HE= ).

1300°CollA 5A17F 2287 (Zro $Sno ) TiO, AMehz2 €]
(B:0s - Li,0) o] H7}ek wistel] o} vl wistE 29
29 viehi it Apzlell A &&= g1%o] (B.0; - Li0)

3000 —————
g ¢ v:.TiO,
g
8T
= & = . 8%
2000 | § 8 & 3] (2
~N ~— N
“eg§la 3
2> R e s h e
5 © v ) | l [ ‘
& i Iy vt
e @ | .y
1000 k] o it et
©) ! * ‘
YV
y 1 I
e
0’- 1 1 L
20 30 40 50 60

26 (degree)

Fig. 1. XRD patterns of (Zr,,Sno ) TiO. specimens, doped with
1.0 mol.% Sh,0; and sintered at 1300C for 5 h, as a function of
the amount of (B.0; - L1.0O) of ; a) 0.15, b) 0.25, ¢) 0.35, d)0.50,
€)1.00 wt.%.
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7F0.5 wt.%% ool e AR AV Fob) A glar A
S Aol A 24 (2 2(d)-A,) -0 o] FEHUL
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22 (28 2(e)-C) oM & Ti7F EAHTE & F A ©]
e AT (ZrosSne o) TiO, Aleb 2ol H7HA o] 7}ad
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Fig. 2. Scanning Electron Micrograph of (Zr, sSn, 2)TiO4 speci-
mens, doped with 1.0 mol.% Sb.0; and sintered at 1300°C for 5
h, as a function of the amount of (B,0;, + Li,O) of ;a) 0.15, b) 0.
25, ¢) 0.35, d)0.50, €)1.00 wt.%.
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¥ 4& (B0 - Li0) 2 A7lek wiste)] o2 1300°C ol
A BAIZE 7% (Zro Sng o) TiO, Ab) 29 Az §
A, Q - 13k WskE el o Addiis HiE
B9 (B,O; - Li0) & H7lek Z7tell aje} dx & F7)eho
0.35 wt.% oA Hoigks ebd & aste 2SS et
Welth. olAE 2d 29 m4FRERE (B0, - Li,O) 9
H7VE Fobell whet AAglo) Aabslwa XU HE 3
< AAA =t 0.50 wt.% oldelde AAEAR) £33
3 Ti7h FF% Al 274 A3=% o (Zro Sno ») TiO]
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B2 A 24 B 23t Ux AsE d™Eg = ok &
e dddzet A S JeRGlE | ole
Kudesia '3} Osbond §'99] Xy} o] §-xAakr}
AT o] g o] wr] wjEql Ao HAhgg ¢ 9}
o} =3 Q- fghe (B0, - Li,0) H7}eko] 0.35 wt. % 7}
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Fig. 3. EDS Spectra of the (a) matrix grain and (b) the secon-
dary phase of the sintered (Zro :Sno )TiO. specimens with
1.0 mol. % szOs and 1.0 wt.% (8203 . leo)

e F7kt Hx]o) =2 F 0.50 wt. % o}Ar Arak A
Folle ZAaTE ¥ 5 ek 97 HE (BOs - Li0)
o] Hrigko] 0.35 wt.%7HA F71gol webe 2¥ 29
T2l A FlF  odRe] AAY AVl Vsl &
AEAo] & lAHA 0] e R Q - f3ho] F7Ike A
& AT F A3, 0.50 wt.% ol F7HE Bl AR
Aol FaEa Tivh TR A 24H9] AYAJeko] Frise]
Q - 132 A= ol e A= Wakino 5"
Kudesia'? 5°] siAle] et FA&A] 2 A 242
2 s Q- fghel Astd oty Bug Jd7ATd=E
Ax|ghe}. o] AHE 1.0 wt.% ZnOE 717 oA A
Byeioel nlwa £ o (B,0;- Li,0) & ZnOEch A&
o= Ao 22E JeA e AFEZALE €
& 4 9ot

2% 5% Sby0sE 1.0 mol.% H7ksked 1150°CNA 54
7b 3h2g A8, (B.0s - LiO) & 0.35 wt.% 3H7be ¥
1260, 1300, ¥ 1350°C ol A 5217k 4247 (Zro S 2) TiO,
Azt ze) X-A 31" £AAH et B dAFoMe o)A
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Fig. 4. Relative density, dielectric constant, and Q - f of (Zro &
Sne 2)TiO. specimens, doped with 1.0 mol.% Sb,Os and sintered
at 13007 for 5 h, as a function of the amount of (B.O; + L1,0).
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Fig. 5. XRD patterns of sintered (Zr, \Sn, ») TiO: specimens with
1.0 mol.% Sh,O; and 0.35 wt.% (B,0s- Li:O) sintered at (a)
1250, (b) 1300, and (¢) 1350°C for 5 h, and (d) calcined powder
doped with 1.0 mol.% Sb,0; calcined at 1150°C for 5 h.

o] Aol el ge) 8lasly] Aol 22 2AQ Zn0E H
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9] Wig}ol] o} E AZFS ¥ 1250CellM 24T AHy A
T TiO.7F A 2422 Jelgtom 1300TC el4oA=
(Z1o.8S10.2) Ti0,9) whdAtol FA =i}

29 6% Sb0:E 1.0 mol.% ¥7Hskx, (B0, - Li0) &
0.35 wt.% H7V% A% 1250, 1300, % 1350°C o4 22+
5A1ZE 4277 (Zro Sno ) TiO, bl A 2] A2 A}zl o)
o} 222k 1250CoNNE AAYAIPT A e 49
A 243 o] WAEgleH ol 21/ 52 X-A 3d 2AAEY
o} od=jska gick. 1250 CeolA) £2A% AWl Fxidl= Al
2732 (Zro sSne 2) TiO, DFdd o 2 9] 4] $+313] o]Fo
2= edgl7| wFolm, 1300°ColA £2% A= A 2
2+l TiO 7} 4851 AAY Aol doht 7o) 43
APHNS-E & 5 v} wd 2325 1350 TCME ¢
Z+7)E (intergranular  pore) % ©TiEel AAFYI)T
(intragranular pore) o] FF A}, &3] AAPY 71F
2 A5} 1350C ol AolAut FFEHYE | ol=
F2 24252 ' oA o] dojidr) wFolr).

a8 7L ShO-F 1.0 mol% H718lz, (BLO; - LiO) &
0.35 wt.% #H713F A% £4e% ¥l & (Zro sSny »)
TiO, Algbg2e) AL, AN, Q - f3he] W3 o}
eld Zolh, AU EE 1300°CoANAM Hughe ved &
Zastge b o]3e 28 69 uld TRl Fal ¢ 9l
So] 1300CHxE AP 2lste] A=r}t Z7hshx

{b)

Fig. 6. Scanning electron micrograph of sintered (Zro «Sns.2) TiO
specimens with 1.0 mol.% Sb.0; and 0.35 wt.% (B.0: - Li,O)
sintered at ; {a) 1250, (b) 1300, and (c) 1350°C for 5 h.

9t 1350 CeME AR o7 ARAPUNFT
(intragranular pore) 2 & alsle 7|3F-go] Frlstr) v &
olck. FARTE AWE] ks Fol kg0 gl
sty Ao} FA AFE el 982 4 = 2

oh Q- 32 1250°CelA 1300 C7HAIE F7)set 1350

CTANA s A4S Bolx slE |l 1300C7HA F71
& ol AARARAZVIL Sk vAlTErE FdaRI7]

¥al Ao Boln 1350 CAA sl o= 23Y
Azl 57k vlAFZeA el¥ 5 X YT
(intergranular pore) 3 ti¥-o] IriixtAA o] 25t AR
Yl 7]F- (intragranular pore) o) A= o=zt AFYS
2 st Q - fghe] vtz s ejzic)

2% 8L Sb0s H7leke] 1.0 mol.% el 73S, 232 A
(B:0; - Li;,O) o] Arjeke] Wstel] akE 1300°C 5417 44
gt (Zro SN 2) TiO, A2} 2 9] TCF (temperature coeffi-
cient of resonant frequency, TAF3Fe] 22 A1$) ¥
slolct. (B0 - Li:0) H7142] $7tel vz} TCFE gwts)
A ool wgko g WzEla QUSE & 4 Yok olAe
Kudesia $'?¢] La:0:9 Zn0% A2ZAZAR AH4319¢
wje} 22 73S Jepda gl

4.2 £

D 10 mol% Sb:0s% A7I_F (Zro Sno ) TiO, A2H
2ol (BO;- L) S 2AZRAZ A8t 42HLxg
1300°C7HA] 2& 4= UY=L, (B:0s - Li0) 9 H7l=k 7}
o w223 2 AT A 5 At Q - f

& Z7¥5ted 0.35 wt. % oA 7k Hoigksl 3854 59,000
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Fig. 7. Relative density, dielectric constant, and Q - f of {Zro.¢
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