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Study and fabrication of high dielectric
constant perovskite microwave dielectric
materials and its applications on devices

Fi2 33 H
hERE L #4

v ERR 107 £ 5 7



RBERZERTIREZA TR
ERERELE

THRIBLAMRA TR BARZH

2 B A4 BT R ME N EA A Z R B A

BAZHE - GAEREBGES

ZHARERE BHEA
Z R:

&1 5




>+ 2
1Y
BHEF LS JRe a1 bV R %L Pffes 1 ek

v

fre iR p BEREFTEARLER R A Ak E N E F5% ) PRI AL
HEF B A - Rk E DT o

PHZOFEMP A LR FARY PEIE A PP AR g
frmAE > BA LTS E Nl TG

BHEAF- EaoRFEP AT p EFER frﬁ?gizgj o §Tes &iﬁ;gﬁﬁiﬁj@ﬁ

PR SR ALY SRR L R HRAR TR T S R R
A AHAE ARG B A A RGERE R g B ARk AR
LSRR R At M A A KRB e BT AR A e 8T A

’ 2

FA o 0 B A e TR P N B A G i o

T % AL A o



# &
hRh Y #3tEdh AR Rk CaggeZNnooiLas(Tiz-xSny)sO17~ Cag.e7ZNg oslas(Tis-
S)s017frCasNbaTirLaO17» # 9 4 52.Sn0frLasOs» £ 3 # 4 ek b e 58 -
JEF % %% 7 > CapggeZnooiLlas(TiixSny)s017 7 x=0.02 - &% 8 & 5 1500°C
PF 4 en i R (e~ 455 - Qxf~15000 GHz - 7~-7.1 ppm/°C) -
Cao.97ZNo.03Las(Ti1xSNx)sO017 1 x=0.06 » MEFE & 5 1475°C B 3 & 47 /i T 4512
(e~37.5 ~ Qxf~16,000GHZ ~ 7.~-9.6 ppm/°C) - CasNb,TiixLaxO17 & X=0.9 558
1450 °C P& § B4F e/ T 4 1 (e~42.5 ~ QXf~23,000GHz ~ 7.~58 ppm/°C) -
peob s Rm g2 L FRA ~ ALOs 2 CaggrZngeslas(Tlo0sSNoes)sO17 = #87 ¢ 28
o AN T otk By [E3D HiEkE 0 7 B TR CorZL TS 45 S s & B2 AR 4

FR4 ~ AlQg ¥ » & A 3945 | ok B 4 -

Mﬁ‘f' DR i ;FZ’H‘}" N /ﬁ&/}iag #5‘



Abstract

The microwave dielectric properties of the Cagg9Znooilas(Ti1-xSNy)s017,
Cap.g7Zno3las(Ti1-xSNy)sO17and CasNb,Tis.xLaxO;7 are discussed in this paper. By
doping with SnO and La,03 to study the effect of its microwave characteristics.

The experimental results show that Caog9Znoo1las(TiixSnx)sO17 has the best
dielectric properties at x=0.02 and' sintering temperature of 1500°C (er~45.5,
Qxf~15,000 GHz, tf~- 7.1 ppm/°C). Capg7Zno.0sLas(Ti1:xSNx)5017 has the best dielectric
properties at x=0.06 and sintering temperature of 1475°C (er~37.5, Qxf~16,000 GHz,
~—9.6 ppm/°C. ). CasNbsTi;xLaxOy7 has the best dielectric properties (er~42.5,
Qxf~23,000 GHz, 1f~58 ppm/°C) at x=0.9 sintering temperature of 1450 °C.

In addition, this paper uses FR4, Al,O3 and Cag.97ZNg.03Las(Tip04SN006)s0O17 three
different substrates, using hairpin low-pass filter to simulate with 1E3D, we can find
that Cg7ZLTS frequency response performance is not as good as FR4 and Al,Os, but it

can reduce filter size.

Keyword: Microwave dielectric material, Filter, Doping
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1 8K 1 6D
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f— 2K T D 6T (;( )
1 6K 18D
HYe —— 2 A2 B2 RS Gli—— 2 % k Rk
7S oK 6T ™ I w Jﬁ' B R Bl A% JgDSTP'" Jﬁ'

2-2 i § + 3 B (Dielectric resonator : DR) R
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2-4-1

bR R o PR e end T A 3 BB friR An e
S A RS SAoT o
(- ) %4p % (Solid-state sintering) :

PG RBAZY P 4 AR E B A BIR G A g 1 R Bt a i

15 % FRLPR BER MRS gD P IRE SRS L LA B

L

REER R g SRR RER R kA 2 S UF AL E B de o o
AR ¢ BEGTP ) a EREWR G DT o
(=) % 4p &% (Liquid-state sintering) :
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1. g€ #7871 (Rearrangement process)

-\41«

BREE g F A AR RE AT o ahE R SR A T M

[k
She

Fentmit ¢4 L A4 L mBR4 frd g k4 > B3 £3TR5 0 I3 hE T
ALY e RIS e 8 B RAek P AR EATR A S g
Ao FBE AT hd B4 § SR b IVt ) S RIBARR foiR Ap g

B OM R R S A RLRARE RARS E R AR 7] 2R T

RRIF] > RIEATT | hd B M Apeng Hf 4o e 52 [28]

DO

% fEe2 L 47 21 (Solution-precipitation process)

PLIFED AL R A e d o of 0B GO SERE SR S AR & k] e
ERF FFA B Ron pIBRR M 3 ERTF AT - SR B HHE RS
M ARE i 4T A 2R[29-30] ¢

() ok en B it LA BB T i AR R 2 R YR

-

foiE 3] H’T‘?mﬁa‘.ﬁ‘ I E T S AR IVHAE THE L e
(b) A2 it 3 b 2o end e dhd =@ 2 e M Sl S R RS frf R B A
£t Sk 8 Bk EE SR EE N o
3. # & i #2(Coalescence process)

PR S Bk EBERELS AL g @E'J?ﬁ@ FRECHE R LRE o
Hilz & FBR®B B

PRI FapipERE Y B Y E R v F R E DR ORPES
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P AEREARY A& RS BB R [24]
=~ 7 -
1. % @ #+z(Surface diffusion)
g+ 83 - AF U2 R BAFMEAGFAS > wad@R . F I 45
NGB (AN-FHE ) Lo RO E (N HHE-FHA )
frfag #®4 R& FHiee (B2-13) »
2. #7327 % % (Evaporation and condensation)
O RER R A T A A RIS ARS ¢
3. %8 4+ (Volume diffusion)
WA LB LAt Adpl B+ aghiph (20084 ~ 20 &2 8 ahs
T ) BER AL RAT e AL E TRRBIT & TR HIT R A
PPN IR AE AR o
. & B #+7(Grain boundary diffusion)
P d S B LSE IV T RAT o
b5 (Viscous flow)

5 AR OR B i@ B o d AN ARM TR 5 R gfr%‘r%ﬂ; Hhatiias oA

A FBRE (TIEER S F ) Bl AL BB ok R4 FE O §
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----- Grain boundary

. . Grain

v' Porosity

Initial situation Orientation of particles Development of contact

(a) (b) (c)

Early stage

Ik

R2-12.% - FEEC S A AR RAE R GRS R 2 S R e R R A 2

C;?;E:ﬁ t Grai boundary Contact
& development growth
@ © Middle stage
e

Bl 2-13.% = [FE 5 4 FF @B AR & S i
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i
SRR EE  RBRBAKRS FPHIEEE PREAS Aok B
AWEES

BI3-1 S il 30 & s3h sh2e 4

3-1-2git B2 fdug 2 R 5 B

A BRBEEEEF PP oo - BT AL M F T B o B A7
o 2 3 (B13-2A) 0 112 & BF 3 e eSS (BI3-2B) » T A B
1. ™ gt B (Low pass filter : LPF)
AR B R L F EMAE UL AE 0 ¢ AR R RO T 5L g#ﬁii&“ﬁ ' 4 §]3-2(a)
ST e PR B FARR Y T AR RA B R A e
2. % i gk B (High pass filter : HPF)
PR B OLF R Bl iE o P AR E MOlE LR g&}t;‘@'ﬁ » 48] 3-2(b)
r:Lr—/-‘r o
3. il Jg & % (Band pass filter : BPF)
AR B LIRS Y TR - B BBl 1F 0 AT B 0 g0 B 9 S (BB
R R Y GRS Ao BIB-2(0) 4T o MR B AR Tk e i g o

4. ¥ ek 4 % (Band reject filter : BRF)
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1. = #% 214 B(Butterworth filter)

P RRARELS fed F R Ry 5 T R T a8 F gk iR
T i o L AT AR R G IR B 5 B4 0 4o F13-3(a) ¢

2. b % 54 ®B(Chebyshev filter)

BUA T FFFURIERL AL > PR R iR 2 B R Ap e

prierie el TE R A RN B ER R g AR e

bR R PR FARS 0 F 2 A% o e ] 3-3(b)

3. Rk B (Elliptic filter)

PR REEORPFER A I A 2R R A DE S o8 AR

L I @ﬁ%?%&iﬁ*-ﬁ R A PR B B R B E T

% B F M 4oB]3-3(C) o
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R (layout)zk 3+ 72 hT A 0 4oB] 3-4[19] 0 P BT TR AT AFIERE G
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o L E gAY ok fE A %] B B S Ak 47 48 % B (Microwave Integrated
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Ground plane
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Codd = ( )0 8Co
Z2 (pf fm) = (2)™me exp(ke)
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@ 0.3< w < 1.0p:

Sy W

e = W.o0.16
(h)

==

$01< S < 1.0p%:
m, == (0.619log— —0.3853) = k,= 4.26-1.453l0g--
He

Co ¥ A5 47 Hlke=0.6:PF (45 H 7R chin 10

Co g Z%E’p; = AR R¥ce=9. 6eh3 i 4R ?ﬁpﬂ?mi‘%

Ceven % A 5 17 GBeFaB -k E»cFH T 7%
Cotd % A¥FZAR Gl LI TR T 7

he A
73

(5£3-12)
5$3-13)
(543-14)
(5£3-15)

£3-16)

(7% 3-17)

(743-18)

(53-19)



W ed SRR

g S e MF R 2 T

h  AFEER
o H Cg T
S L . z, ET cf CfTi ) Z,
T - |
(a)$8 % &% Fa) 32 b)EFFRER
B 3-7 B WA MBS T % 2% ]

3. W ErE Ul

o] 3-8 F kY MOMERACEF > fE T REF T BFPE > 17
FrofpT i - BEMIE Lfr- BEBMTFC S HR I BIE L
Lfr- B2 CenT Al - B¢ 23 A2 @ el fR R fifriké e
THCF AR BN A S B R T H 0 R R £ AT R R S

TR AR G o & Eokiic ] 2 St H e [26]

el w- e1+0.3 110.264 i

_(pF/m) = 1370\/5 (1— 2)(;1;258)( W1 — ) (% 3-20)
_ _Llwa .

1= LW1+LW2 ( \‘ 3-21)
_ _Lw2 X

L2 LwitLw2 (3* 3-22)

40



Zo1

—(,uH/m) =0.987(1 — =2 [ ) (% 3-23)
0
# e

PR AW, 2 RE R R

wl
o CREEW, 2 A RE kTR
h @ A¥FER

6, ©AUE R W, 2 MO MR TR

el

e, +ME W, 2 it & E e ik

Z, AT EW, L HF R R

o AR W, 2 HOE AU s e

w,

t

—I)—i

.I.
|
|
I
|
|
|
|
|
|
|

_-b————.:———-l

@)% i (b) & B B 5B (b)T % 5 6 5
-EE

® 3-8 # IF L & B 2 % peiic]

ARG okl

41



Yol 3-9 McHMAG RS - B 90 BB I F - Fik adiepg
Pl 3T VA i g F B R TR DASE 395 > ¥ AP ITAR fFE0 eh

B - RERBCHAED PP IT Rt G A B P R ¥ v d

af
ks

=h
|

3 v 2 - \ ’ ’ 2 A& / v [
WRA Y FR A P ITRY FREBLMAL o B Bk

G W
$7<1
+12.5)%=(1.83¢,—2.25 _
< (pF ) I OBE 29 | 00t # 3-24)
- h
h
v W
=1
= (pF/m) = (9.5¢, +1.25)~ +5.26, + 7 (X 3-25)

=(nH/m) = 100(4 \/% —4.21) (s¢ 3-26)
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Re= /% Q/per square (;43-31)
Ho
Zo: Bk SRR W2 e
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Bl 3-11 5w &2 - L& Ach SUREL B ART L R A T R MY
RES T TR G ] ARER B R L A 2 - KRR SR
oA R B AR AT RLIT S ddg 2 3] (Interdigital )ik B4c B 3-12 0 2 B
BEAR G TG ) hiRE, R AR TR AT R TRy > kiEE

CEIEVR A R B SEE

Ed
|
RiA
3
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Y//. —1 —

B 3-11 = 2 2 =k &R SUER, B R
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.
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W3-135 = & 2 - & e MR OB ST LB 2 e 22 - g
R RFRBE R - a2 - R R BT RFIREATEY T B
BEAR A e - A2 - AEFRMKTSAREET TR T VEr 5 WS
oo F A BB BIS-143 R W PEIIRE AT S T (7 48 & L (Parallel
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S Az - g R R KRR E Y - B LU dlaaiy IR B (Hairpin-line
Resonator) » #-= Az — A R B R fed R UAG > i@ 7 A58 ik B o e
Bl 3-15 #7177 o 1= A2 - R K BRAT SRR B 0 iR BT L 2
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AR AR A A R S A B E R E o 4o 316 Fin o
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LARER g & A3

\\

MF R AR ERESA A E R ET A L 2 0 T 348 & (Electric
coupling) ~ 2 348 & (Magnetic coupling) ~ 2 & 48 & (Mix coupling) - T4t 48 £ 4
FA - H2Z 2R MY R REEERE 2 R A o A
L8 Y o Tl g &8 L 4p A% IR B8 ik HT (B ) #-(Fringing fields)
P oo Bt R DR (BO)FAETTH = ] g il-TAg & Dt T dg & £ o o]

T AR A R A
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BRI M R B BRREAH (T EAT S B LT A &
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Lo 4ol 318 4 2 B BT H LML FEIEET B -
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©

B 3-18 SELTHEMEDLIRET b

Cn
T, T,
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. ;
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PAEERBLDHMEME T T A A S FITR S PFR 3-18 e
i (Lump Element) % »c % B3] v 00 * B 3-19 k£ 7 > B 3-19 ¢ ehL & C &~ 5
27 A BRI ERENOPRESD FEOTUNGFHEEREAMEFT  H R RS
ﬂ/m AF 319 ¢ hi ot A LEEIBL BT FE o § R R DLk

& R4 A4c# 3¢ & 2 (Distributed element) » H f 3, 5¢ & 12 % B WA K JRAT
FHPiT A g e

T T§ T-Ti 8 To-T, figd phos™ 1218 3~ B g3 (Two-port) e . o

\\\?{r

% d
Bk ot - PRSI AREL 2T 0 RIE 2 EFET Se0 A 50
l,.=jwCV;—jwCmV, (7% 3-33)
|, =jWCVo—jwCmV; X 3-34)

Bt oA AT AR, i T T B e oL (Admittance matrix) 0 B e
B Y %#c(Y parameters) :
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Y12=Y21=—jwCnp (3% 3-36)

FRIHER LT oo § - ¢ e NEL > 1 & Y=Y 11 & Yo=Yy efi /%

T TR R T RN B on S Bond el 0 4o R 3-20 HrT
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Bl 3-20 § Yu=Yar ™% Y1o=Yg 0% 27w 4 i

Bl13-21 27aFmed* Foprgi oy - BE T ER
AT [§) 319 ¢ Ti=Ty 3 To-To 2 B enq o7 2 ikt = B 3-21 7 To-T, & T,-
Ty et s o Bl 3-21 ¢ s MR8 J 2 & E ik &3 (Admittance inverter) » #112
dR32LY TR A RREDTIME ¢ 4T 2 J=0Ch e BKX 2B 3-21 o1
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= 4_+ #-86 (0dd mode)) > % H = 2 R LRAE S S

N S o
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DA edple s Bde AR 321 ST G T-T
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coefficient)ke :

_fm=fé _ Cm o
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Bl 3-24 A @318 & hk R F 2 % xR F
PALEELEFMEFE ) B R A GO E T BAcR] 3-24 477 5 B 3-24
Pl B CAUAT R BREEROIRE B FE By > FHIEEA
8L ,g#ﬁaﬁgﬁ,:gl/m,a@3—24ﬂ Film %77 oA %R BB E P

B B? 53 Ea To-To 8] To-Tp oA R el v f1% AT 2 4250 iy

VizjolLli+jolgl, ;¢ 3-40)

VoSjwLlytjwlnly 7 3-41)

@ JE(3% 3-40) 14 % (5% 3-41) » ¥ 1145 T re FuAe L (Impedance matrix) @ she i@
Z %-#c(Z-parameters) :

Z1=72=jol X 3-42)
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C T, 4y T, C
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T'l TJ T’Z

B 3-26 2 FRFMERY [EFLr EF ¥ - BE 2T BE

Ffeds > d R EILT Fvo § - ¢ R fAEY o ¥ 4 7= 1 E Z1p=n
IR 0 VOB JERUERL T RN Bk B T AR 0 4ol 3-25 fror ;AT
VIR3-24 ¢ TTO R To-To 2 B enT i ™ B+ B 3-26 ¢ Tu-To e To-To 938

koo B 3-26 ¢ g ARINA N & FEd kR #& 3 (Impedance inverter) o (%P &gk > d B
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3-26 ¢ TR M0 B RIR BRI ME ¢ G E T KSobly o Br i AR 3-26 i
HEZS T-TL o b0 - R84 BRI LRELRL SRS S

:; L 2.
fo = (5 3-44)

EP AR FEAT G T-Talr - T3 d 3 e gm0 1 8 X
TR G R E > RIRE S FA B0 Bo AR 3-26 (DT G B
- BHE O P EE R IRT Bz X IRAE S S

o1 a
I = eyiAEmc (5% 3-45)

BipHF AL F]5 8 E AT 1 KRB G AU B D 4 o RN KRN
Fl o dpke o d (58 3-44)% (5N 3-45)a ¥ s B34 & % Bic(Magnetic

coupling coefficient)km -

_fz_fz L By
km=re =7 (5t 3-46)
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Ad RFEMELTREEMERFEA > R L FMENNAPHL 5 R E -
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(c)

F13-27 SfBR{eI8E LB F A
FA BB E AT B AR S R fods 207 L F 3-28 o F] 3-29;

L IG TrTend B 5 BHpEraY-4

\\\?{r

TR KRS T 6 T-Ty s i 5

\\\?{r
<le

Bean a5 m R TG Ty B I 4 T 5 T, Ty hd i 85 [ o Z-

PR > BY R Z GETUNTNG kLT

Y1u=Y2=jwC (5% 3-47)
Y15=Y21=jwChy X 3-48)
Z11=Z2= jol (5% 3-49)
Z15=7n= jolL'y (3¢ 3-50)
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B L-CoChfrln A~ W AR 3297 FRATR D FE~PRE~TF
ErUE TR T o B 329 ¢ el dE S J=oClhy 12 B K S K=ol

BuABEFMEME THE o

A @ 3-29 ¢ r—’ﬁa“:‘fﬁ_l BV OAEE NREEE RS VAR REER

B enE JrAp &

fo= . (54 3-51)
i 21 /(L—L’m)(c+c,’n) !
fn= = (5% 3-52)

2n[(L+L;J(C+c;0
A I3 o (5% 3-51)r & (3% 3-52)F 1435 1R fo48 & % #ic(Mixed coupling

coefficient) ky :

2_f2  CLy+LGCy :
=2 T = ST (3 3-53)
fE+[E LCHLymGCp

B LG Ly, Gy BI(G 3-53)7 % & -
kv 24+ = ke + ke (5% 3-54)

d PTG A o RiemE T ERZSMEETHME DL Tk o
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HTR B S ks ) M ABE P > EBDCCe I fa N BT > R F R F TR
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10°Cen= gig F 2 |97 F & BEER & -
B RBIER N1 R T Ea R R 0 3 Be— R4 i (T XRDAp EEE
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4-2 fep A R R R g A 45

4-2-1 % B pE

BRRBEEFRANTRZL ) ARER B IR PENTF AT IIRELE

(Wair) > 2 {6 -3t B~ ok P A5 PR IVIEP P33 % > B8 r {0y

§o o R ES B IF R (BRI R YA kP )ZERIERERE
P EEEH A M e BEFY T AN TT FaE o RED
(glem®) :
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2T EEBFEAIH 0 EBF B ETER G I 5 € /L MR, -
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B3k > 3k L m L B~ 8 AT (DR R enght 1T T I
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W44 47 20 B4R 4 5
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&
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Aoys 1AW ( 4-9)
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AR %R R R RS Gl kL MDRE ~ R 0 XY ER B
30-80°C % it {7 ifl3# » 4 3EDR t-30°CH B 204 4815 e g2 JRA 5 » 2 152 1
40°CH# B 204 418 | 4B £ JRAF S > 2 (55 10°CE R o b H F180°C» £ fd
30°C (KRR TR dRAE S S f » B g R BT s R A fx & »

'1:;}5\‘. :

_1fi=f X 4-
f AT-T (3 4-15)

£ P LT B E T 5 DRk 3R 41 58 R hiicE -

4-3 o Benf] v £ B

AR 2T PH AR o B AN ka4 (FRY) - F iR
FALO ) fep WA » & * hER T HELL6mme dipt BT R A
oo AR R HHFSS kR R RO EER  BEF L KMRT Tz
AAEE o Wik 4o
1. FRAZF iRt Beng (7 i3

(1) #-3 BB E fds Bl
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(2) #45 Bl ¥ hB) 5% F AFRAK e F ¥ % g k4 p 1 £ 904)
(3) # * BB AR LIS 2 KR RN 0 X AR (T RF WIS
SR R
(4) #FRAE > &3] p > H ¢ MRl LMD 2 RoFA BT FT AR L2
B B2
(5) @& * FH T RRA L 2 F R 2 kpdg
(6) & * "R 4f 2 R HSMARE L % *viid T Ly~ 2 g o2
(7) TEFFE2Z R -

2. 5 4R Rk BenR 1F 02

(1) %7 B B7; 8 ir gk

(2) i * A R-pR Y 2 BRI E L4ER

(3) A4 B2t F UGN 110°C /minenZ B i@ A 3 550°C 14 458 304 45 0 2 {4
"5 0B B )

(4) %5 thERF2 T e A RE

(5) %3 SMAX

(6) RE#i2 Bl -

3. F WA R B2 F T2

(1) #p WA BB R HERA S E BT ks R R

3 1.6 mm
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(2) #R et e b 2 TR SR E R A

(3) #-Fh 4% B+ F E Y M 1210°C /minsl 8 id % 2 3 550°CHs #8304 48 » 2 5
ERR

(4) ¥z G pE RS o 4 BR T SMARE

(5) REF L2 R -

AF T PURA BFE2Z &R E 5 Agilent EB364A network analyzer > & 2|7 &
Fl4c®4-847 7% » BiRlcfFpri® 5
1 ok B g R P AR

2. ik JBLF RIS

4

3. it E R ¥ hT B AFAE(S,)  HE X AT4E(S,,)

4. ik B H A 2 47 5 (bandwidth)

79



SWEEP
OSCILLATOR

NETWORK
ANALYZER

Filter

Bl4-8 Jjmik 2 RlT R B

80



A o D

o 5 foitm

AR & B FKR AL Mo RS A R MR [14][15] -
Cap.99ZNo.01L a4 TisO17 fr Cage7ZNo o3l asTisOq7 12 Ti**(0.60 A) fir £ B~ % e 3 7 o
Sn*(0.69A) » # & * F ex % i+ B %k ¥ 1 CageZnooulasTisO7 fr
Capg7ZnoosLay TisO7 ik i & £k ensg v o 12 2 % CasNbyTiO7 #-Ti%*(0.60A ) 12 B~
e i La®*(1.06A) » 23 # 7 e erx s 1+ £ K $E 3+ CasNbyTipxLaxO17 ik 4 7
Bl i > Y g @3 L T AFE6][17]

% 5-1 ip R et 4 7 R

e EREA(C) | & Qxf(GHz) | |« (pm/C)
Cao,992n0,01La4Ti5017 1450 57 15,000 -8.1
Caolg7zno.03La4Ti5017 1450 56 13,000 -13.5
Ca5Nb4Ti017 1275 45 18,000 -114
5-1 Cap.99Znoo1Las(Ti1xSNy)sO172- Hcit /i 7 $F 1L
i k- @F’% FEH e Xt B (X 0.02-0. 1) % 27 Cap.99ZNo. 01La5(T|1

xSN)sO17er Bk i 7 43 o

o-1-1 Cao_ggzno_o1L8.5(Ti1-xsnx)5017-1 XRD4& #7 % 5
B]5-1 f:; Cao,QQZno,mLa5(Ti1-XSnX)5017 (X=0.02-0.1) é'_ﬁx ’% =i g R 1500°CB§’:\
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XRDBl o Bl ¥ 7 UL BN EXEF b B AP R AR R FR T A ¢4
Jp A2 P AR > 24P 5 CaogeZNoorLas(TiixSny)s017

B15-2 = Caog9Zng.o1Las(Tio0sSNo.02)sO17 /1 % M8 3 2% e B & T c9XRDRl - ¥ 12
BENIRFELSERAHY N EROXRDBI L ¢ 4 AR > A4 i

Cao.99ZNg 01Las(Tio.08SN0.02)5017 ©

+ :CaonQZnO_O]LaS(Til_XSnx) O

517

0.1

intensity(a.u.)
o .
o
(@)

+ +
. Am.wp L, 002
1 N | N | 1 | 1 |
0 10 20 30 40 50 60 70
26(deg.)

]%]5-1 Caolggzno.()ll_as(Ti1-xsnx)5017(X:0.02-0.l) l";"_’%l‘é‘ " B 150000#‘? ik 'J‘ FE Z

A~

XRD &
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+:Ca  Zn La(Ti Sn ).O

0.08 0.0275 ~ 17

1575°C

: ‘” ) N 1525°C
L Aﬁ J‘ Y . 1500°C

\ AM "y _1475°C

intensity(a.u.)

T+t
L. M Lk asec
Il l 1 l 'l l 1 l ' l 'l | 'l
0 10 20 30 40 50 60 70
26(deg.)

8]5-2 Cap.99ZNg.o1Las(Tip0sSNo.02)s017 -7 B E 28 & 358 4] FF 2. XRD ]

5-1-2 Cap.99Znoo1las(Ti1:xSNyx)s0172. SEM & 47 .8 &

B15-3 5 Cao.99ZNo.01l-as(T10.08SN0.02)5017 & # e 4 % F /& (1425-1550°C) » %8 4
P2 SEMB] o d B¢ ¥ g NEEF SR R B e 0 LG E S L AR o JI
e 138 B (1425-1550°C) ¥ 14 % ML eIt B4 it > 548 % + & 1550°C T B
REpEB o BV BRI H A d AP HEOLERAFE L o

B15-4 % CaosZNoo1Las(TirxSNy)sOnr 3 e 1t b & 1500°C 4 22 58 & T #HSEM
Blod BP 7 g REFXE G| A > By R g o
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\ /
: > L /
SEI * 8kV WD1smm, SS50
THU-EE hano p

SEIN 8KV,
THU-EE nano

[

}
| SE o 8kV R WQ14 S$850 E
“FEnano . ‘ - i 06 Fell2018 - wano

8KV, WD14mm  SS50
< 5

(€) 1525°C (f)1550°C

®15-3 Cap.g9ZNo01Las(Tio.0sSNo.02)sO017 7 Fe &4 8 & 2. SEME]
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(e) x=0.1

B]5-4 Cao_gan0,01La5(Ti1-xSnx)5017(x=0.02-O.1)'{';%,3;% B B 1125°C2_. SEMRE)
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5-1-3 Cao.99Zngo1las(Tio0sSNo02)sO172. EDS4 47 .8 %

815-5 % Cag.99ZNg.01L-85(Ti0.08SN0.02)5017 - 1500°C& % /F. /& 5= ZLEDSH] » j¥_

3.5-2¥ 11 & u,,_;]J— Jﬁh;P‘—fr'r]’I/mBE‘L‘mé A A,\LL" btiﬁ .},,El%m_‘éfﬂ /k)i-— IR o

£ 5-2 Cao 99ZNg. 01La5(T|o ogsno 02)5017 ;__1500°C ’%

/E.}im’\!:'x El % s

Ca

Ti

Zn

Sn

La

2.96/8.80

24.21/52.35

1.79/1.54

41.32/29.84

0.12/0.08

0.29/0.09

29.31/7.30

3.85/11.37

21.67/48.05

1.86/1.64

41.90/31.03

0.08/0.04

0.77/0.23

29.88/7.63
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15.82/39.90

2.37/2.38

39.22/33.04

0.22/0.14

1.70/0.58

36.2/10.67



815-5 Cap.99ZNg.01L-85(Ti0.08SN0.02)s017%& 5% if. & 1500°C 2 EDS = 2t [R]

5-1-4 CapgeZNoo1Las(Ti1xSNy)s0172. % & 4 +7.5% %

B15-6 5 CaoeoZNooilas(TizxSny)s01r (x=0.02-0.1) & # F “& % 8 A (1425-1550
°C) 4584/ PFz % R B R P ¥ 1 Avig CaggeZNo.orlas(Tii«SNnk)s017 (x=0.02-0.1)
B REFEEERLB AR TG TEAER . 7 FEREIER 0 x=0.04
PFE3 9T R B¢ Bk e R 0 Bx=0.04> MEEIE &R 5 1550°CHF G Bk iR B
£4.7(glcm?) o £ B5-3HSEMB) 7 12 4vif BB % F 1550°C 1 #X o et B B
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ICTHEFNEEFR RS G R E\‘iﬁﬂfr P T e R FaE o d P A 4T
FEETFRCOE ORI ATERA MR HEAORTAR -
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S 42|
e
2
2 I
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Sintering temperature (°C)

®15-6 CaggeZNgorlas(Ti1xSNy)sO17 (x=0.02-0.1) & E 8 & % & B



5-1-5 Cap.geZno.o1las(Ti1xSNx)sO172 /i & ¥ Be(er) ~ & F Fl &

(QOxP) & 4r 8 %

®15-74-5-8 % CapgoZNoo1las(Tiz«SNx)s017 (x=0.02-0.1) &% I & &8 & (1425-
1550°C) » # g4/ P2 /i T ¥ Befe & 1% M 2 Bl (fo =6.9~7.5GHz) - 4 B # ¥ 14
T e EEFESERS B FF A RGO AR RIS-6:0F R R ¢

TR e B ARS - R 57 RIESE R 0 x=0.04PF 5 T Bt B¢ A
< g ©x=0.04 ) & %8 & % 1550°CHF 5 B = 77,5 47.5 - Qxfig 1£1425-1500°C
SEFYARETE TS LR EAEE SRR 3395 ¢ RRETF

WA L% T H B (domainwall) 4272 F L B E R IR S 0 S F
FlE TR AT St ] ST iR L o @ Sk ] 353 g T TR e
SR F R o Ty EEE A P o x=0.02FF e 200 B¢ B hQXfiE > 7x=0.02
AR B 5 1500°CHE B h0QxfiE g 215,000 ¢ E_F w oA 37 % 7 1 4x=0.02 >

HEE R 5 1500°CPF 5 &bt ch /i T 412 (e~45.5 ~ Qxf~15,000 GHz) -
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Sintering temperature (°C)

B]5-7 Cao,ggznomLa5(Ti1_XSnX)5017 (X=002-01)-i i ;r: ﬂ/f‘ﬁii’? )3%1“:; i B Rd % B
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16000

—a— (.02
—e— (.04
A —&— (.06
—v—0.08
0.1
12000 |-
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s
=
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& 8000 |-
4000 |
I . L . | s L s | s |

1400 1425 1450 1475 1500 1525 1550 1575

Sintering temperature (°C)

[15-8 Cao.00ZNo.01La5(T11xSNx)s017 (x=0.02-0.1) 2. &7 F| % L2 .55 8 /& B 7% ]

5-1-6 Cao.99ZNo.o1kas(TisxSNx)sO172- i & 47 F WA & #(r)) & 15
23

B 5-9 % Cao,ganomLa5(Ti1-XSnX)5017 (X:002-01) E ’%%’ B R (1425-1550

C) FRA)PF2 B RAF A (A TR BB GELE XD S FiriEd

Xy

S d WY T UF NGO S R AR KAY S R AL AR
&E}%?@%;%?ﬂiuﬂilJ BB T B e g'il.é EARIT o BABITH F v B % 8 5 x=0.02

. 1425°C& %8 B ™ £-5.1 ppm/°C -
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—a—0.02
—— (.04
—A— (.06
—wv—0.08

0.1
10

Temperature coefficient of
resonant frequency (ppm/°C)

_30 1 | 1 | " | ! | ! | ! | !
1400 1425 1450 1475 1500 1525 1550 1575

Sintering temperature (°C)

@5-9 Cao,gano,mLa5(Ti1_XSnX)5017 (X:002-01)—i - Bl fﬁ‘ﬁ;‘:—'fi’ );‘%é‘r‘;‘ i i3 F&g % rﬁ

4

FeErIigrR v uFER A x=0.02 ¥5E R 5 1500°C #ig e | BFT e

2

B

AR e s 455 Qxf ¥ 5 15000 GHz ~ 7. &) & -7.1 ppm/°C -
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5-2 Cap.97ZnoosLas(Ti1xSNy)sO172- it /1 7 1L

EANT j'z"l% @’;?’ ﬁﬁ’—% fe eraxrt ] (X:0.0-l.O) ’ j\&“}%;‘f Ca0_97Zno,03La5(Ti1-XSnX)5017
S BT

5-2-1 Cap97Znooslas(Ti1-xSNx)sO172. XRD A& 7 % %

B15-10 % CaogrZNooslas(TitsSnesOr (X = 0.02~0.1) . fe i 4532 8 & 1475°CH
2 XRDElod B® 7B R NP R EXE A P PFEARAE R R G BRI T ¢
$Haiip A2 PR 34 & CaggrZngeslas(TiixSNy)sO0q7

B15-11 5 Caog7ZNo.03Las(Tlo.04SN0.06)s017 /i & 18 X, 2 # e if & T c7aXRDE © #
MR PSR R MR EM O XRDE G 4 AR 0 i i

Cap.97ZNo.03Las(Tlo.045N0.06)5017 ©
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. c —0.02
+'Ca0.97zn0.03La5(T11-xsnx)so17 —0.04

—0.06
—0.08
0.1

intensity(a.u.)
L
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+ + I + +
A AM}LAJLJ\—A—I\—\——JW\-"
1 1 N 1 1 1 1 1 ) 1 2
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20(deg.)

%]5-10 Cao,97Zno,03La5(Ti1_XSnX)5017 ﬁ_}%“é‘ Pl A s 1475°C3f$ = 'J FE?L XRD %]
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o_o4sno_06)5017 _ }jggog
—1500°C
— 1525°C

1550°C

+ :Ca0_97ZnO_O3La5(Ti

-+

intensity(a.u.)
. !
B +
SIEE S

0 10 20 30 40 50 60 70
26(deg.)

®15-11 Cap.97ZNo.03Las(Ti0.0aSN0.06)s017 = Fo ME 2 & 45§ 4-] % 2 XRD R

5-2-2 Cap.g7ZNo03las(TiixSNx)sO172. SEM 4 47 .8 &

15-12 % Cao.g7ZNo03Las(Tio0sSNo.0a)s017 17l % 8 B (1425-1550°C) » % :8 4
L PE2 SEMB] o f B¢ ¥ 0 g MR R AR S o Bt E S K dd o i
k08 R (1425-1550 °C)® 1 2 ML endt 4 % 5 a4 > A1550°CHE 3¢ 14 B
Bag®ood et MR aR R AFE L o

B15-13 & Cago7Znooslas(Ti1xSny)s0177 e v i) 1475°CHE % 8 & ~ :HSEME] o
d B P T OUF R FEXGNE G| A Rk iR X aiEE o
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T ———

Vi : § |
e V> W 15mm\ ssso D fn o 1 D15mm sso
- ‘, A\ 3 v

LEE nano |

SEl; 8kV i‘(WDumm $S50°
THU-EE nang "

(€)1525°C (f)1550°C

®]5-12 Cag.97ZNo.03Las(Tio.0sSN004)5017 2. # I & %28 & SEM R
9%



X . ) h W
SEI, 8KV an X3, S SEI 8kV/ Wo14mnilhSS56. 4 | xa,oMp/m
THU-EE n: x; / \ eb 2018 AHULEEMano. ' ~ 1

:{/ J/f

SEl " .8kV. WD14mm SS50 S, . SEl 8kV WD14mm ' x3,000 5 "~
THU-EE nano ) e THU-EE nano 06 Fep 2018

(e) x=0.1

B]5-13 Capoe7ZNooslas(Ti1xSNy)sO17 % I+t i 1475°C & %8 & SEM B
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5-2-3 Cap.97ZNo.oslas(Ti1-xSNx)sO172. EDSA4 7.8 %

B15-14 5 Cao.97ZNg03Las(Tio.06SN0.04)5017 :-1475°C4& % 8 & = BLEDSHE] » %
£5-37 MUK R AR R R A R A BRI R R - K o

#.5-3 Cag.97ZNn0 03Las(Tio.06SN0.04)5017 2. 1475°C ' E 28 R cnBL 2 W~ % 7 &

2.76/8.70 3.85/11.37 3.75/13.09
@) 24.41/52.45 21.67/48.05 16.02/41.90
Ca 1.59/1.50 1.66/1.54 2.17/2.28
Ti 40.32/28.84 40.70/30.03 36.22/31.04
Zn 0.32/0.12 0.28/0.14 0.42/0.24
Sn 1.29/1.09 1.97/1.23 3.70/2.58
La 29.31/7.30 29.88/7.63 36.2/10.67



24 Jan 2018

15-14 Cag.97ZNo.03L85(Ti0.04SN0.06)s017°% 5 iR /& 1475°C2. EDS = Bt

5-2-4 CapgrZnooslas(TiixSNx)s0172- B & 4 7.5 %

] 5-15 5 Cap.97ZNo03las(Tlo0aSN006)s017 (x=0.02-0.1) & # I & 58 & (1425-
1550°C) » 4# R4/ pF 2. DR Bl © JE B 7 ¥ 12 4 CaggrZNng.oslas(Tio.0aSN0.06)5017
(x=0.02-01) % A EFELERLE 5 B4 0 L} T g > F5-12¢0
SEMEBI ¥ 12 4rif e B iF 1550°C 19 23 akt et MGy B > 3201 L] 5 0 o e

pp B AAFH S TR R ARG T ARR o 2t ARSI SEMB] LB T D
AT o A BB A > x=0.028 4 #1F #3000 6] X B A > 4x=0.02
BB & 5 1550°CHF B~ hp & 95.4(g/cm®)e e BB AR B 0T 3F 5 FlE

—_ A

L ]x%: 3 N \{%‘gé,r.g—;;; ~ B iFi"‘ ,J‘ ~ 7; B g\ -% _;ﬁ_ =3 m#ﬁ 5: —prB sh_g,ﬂ,,]fg;,éﬁ od Fif
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Sintering temperature (°C)

@5-15 Caolg7zn0_03Las(Tiolo4sno_06)5017 (X:OOZ-OJ.) 7 R F 2. '3,' )i Eg]

100



5-2-5 Cap.97ZNo.oslas(Ti1xSNx)sO172 /i & ¥ #(er) ~ & F Fl &
(QxD) A~ % %

] 5-16 - 5-17 % CaporZnooslas(TiixSnx)sO017 (x=0.02-0.1) . 7 = & %8 &
(1425-1550 °C) » ¥ 8 4/ pr2_ 4 T % $cfo -8 F1 % B % B (fo=6.9~7.5GHz) - ¢ B
¢ _rz—g Mg "TFESERL B A FEL A w5 7S K RI5-150
BEBY T LT Are 2 B R RAES - R b7 FUELE R x=0.02/FF f13 e
L ¢ B fhg 0 2 ax=0.02 0 R A L 1550°CHF F g & 6.4 55.1 o QxFid
1425-1475°C o # i A RT3 > Flo L P@ R d S Hhp ] 223 > ¢
B RERT D ¥ T B E(domainwall) 4%7% % 5 & &
FHRF - FFTFFETE LGRS RSET FiR S A s BRIDF

¢ B E DT EE - T EEE R P ox=0.06F T 2 I8 B¢ B F hQxf

-

B ¥ Aax=0.06"E% 8 & 5 1475°CH 8 9QXfE 5 516,000 « & _F & s 7.8 %

# 7] 2x=0.06 &% 8 & % 1475°CP 3 B 47 /i € 4512 (e~37.5~ Q%f~16,000 GHz) -
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Sintering temperature (°C)

B]5-16 Cao_g7Zno,03La5(Ti1-XSnX)5017 (X:0.02-O.1)7r FEREZATH # B
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Sintering temperature (°C)

%5-17 Cao_g7Zno_03La5(Ti1-XSnX)5017 (X=002-01) * R )i A ’Fﬁ' fﬂ ',% Fg]

5-2-6 Cao.97ZNooslas(Ti1xSnx)sO172- iE & 3 & BA3 & #ic(r) & 17
2y

B 5-18 5 Cao,97zno,03Las(Tio,o48no_06)5017 (X=002-01) E S IR 2R )i e (1425-
1550 °C) » # B 4] P2 8 R AT SRS A 11 0 f WY T 4G AR e E
AXRAR S o BB AL EART P FERE AL R BRI

BABIT o BARIT>Y F R B (2 B 5 x=0.02 4.1425°C %8 B T §-5.1 ppm/°C -
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Sintering temperature (°C)

%]5-18 Cao,97Zno,03La5(Ti1_XSnX)5017 (X:OOZ-Ol)/E'_ )i ,:“\ ﬁi-,"’i’ J%L‘é A bid il % &)

4
3

w7

Ay

&b

—_ ~

LN~

Rl

FE R A x=0.06 R R 5 1475°C HFE e | T g

AR e s 375 Qxf X 5 16,000 GHz ~ 7 & % -9.6 ppm/°C -
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5-3 CasNbaTiixLaxO172- Bk /1 & it

AP - E A 7 et 5](x=0.1-0.9) k45 33 CasNbaTirxLaxOr7 et /i

TR

5-3-1 CasNbsTiixLaxO172. XRD 4 45 .5 %

®]5-19 5 CasNbaTi;«LaxO17 (x=0.1~0.9) & e 2 & %8 & 1450 °CpF2_ XRDF] -
dRF T UERRIXBRE R PRk g P RERE BT T A o Ap
% CasNbs O17fr=k 4p % CalaOx e d *tLashg+ & = 5 1.06A > Tiengr 3+ £ j% 5 0.60
A #t U XRD#F 45 AR o & B T~ Sh1S B Shendd e 8§ %) 5 43 L s L g
X i N e

B®]5-20 5 CasNbsTigslaggO17 4 7 4 3 27 B F & T coXRDE] - ¥ s
PRESE R AR AT G PAERE LR ? T A4 5 CasNbs

O17fr=x 4p 5 CalLayOy °
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+ +:CaNb Ti LaO
*:Cala O

intensity(a.u.)

20(deg.)

B15-19 CasNb4Ti1xLaxO17(x = 0.1~0.9) f+ ¥ % /8 & 1450 °C4F/§ 4] p% 2 XRD ]
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% 5-4 CasNbyTig1LageO17 1450 C L8 R ELF & L 2 B~

Weight/Atomic A Weight/Atomic B Welght/Atomlc C

5.58/6.79 4.77/4.36 8.65/6.43
@) 26.39/61.04 27.83/62.41 18.13/50.55
Ca 17.94/16.56 17.45/15.94 16.46/18.33
Ti 1.51/1.16 1.16/0.89 1.98/1.91
Nb 35.86/14.28 36.57/14.41 32.34/15.53

La 12.00/3.20 11.25/2.97 10.06/3.59
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% 5-5 Cao ggzno 01L3.5(TI1 XSnx)5017 (X 0.02-0. 1) Al S 2 B 1500°C &% mw I J
PRafic R R

D

0.02 4.45 15000 -1.2
0.04 4.57 42 13500 -12
0.06 4.38 38 13000 -13.5
0.08 4.22 37 12000 -17.5

0.1 3.89 32 8500 -21.5
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% 5-6 Cap.97Zng. 03La5(T|1 XSHX)5017 (X 0.02-0. 1) e SR PR 1475°C #HFF »w -
PF e T R A

Densit
x value Shsty Qxf (GHz) 7. (ppm/°C)
(g/cm )

0.02 4.85 12000 -4.2
0.04 4.45 39 13000 -6.5
0.06 4.3 37.5 16000 -9.6
0.08 4.2 37 12500 -13.8
0.1 4.15 35 7800 -15.4

% 5-7 Ca5Nb4T|1 xLax017 (X 0.1-0. 9) e J% "}l; pd E 1450°C &Lf e X J FEE’?”Z"H»%/P‘» 1

T B
EERNE
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