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STUDY ON THE PREPARATION AND ELECTRICAL
PERFORMANCES OF Nayg5K.25Bi2.5sNb,O9-BASED
BISMUTH LAYER STRUCTURED HIGH-TEMPERATURE

PIEZOELECTRIC CERAMICS

ABSTRACT

High-temperature piezoelectric ceramic materials, due to their
ability to convert mechanical energy and electrical energy, are widely used
in aerospace, national defense, petroleum exploration, and other fields.
With the rapid advancement of technology, the application requirements
for high-temperature piezoelectric ceramics are becoming increasingly
demanding. Bismuth layered structure piezoelectric ceramics have
attracted extensive attention and research due to their high Curie
temperature, high resistivity, and easy sintering characteristics. Among
them, Nag,5Ko25Bi2sNb,Og (NKBN) piezoelectric ceramics exhibit a
relatively high Curie temperature (7, ~ 650 °C), excellent fatigue resistance,
and good thermal stability, making them one of the outstanding candidate
materials for high-temperature piezoelectric applications. However,
NKBN piezoelectric ceramics consist of bismuth oxide layers interleaved
with two perovskite-like layers arranged along the c-axis in an ordered
manner. The structural orientation constraints increase the difficulty of
polarization, resulting in relatively low piezoelectric performance (ds; ~ 14
pC/N). Currently, doping modification is the primary approach to

enhancing piezoelectric activity. On the other hand, Bi,0; has a melting
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point of 817 °C, which is significantly lower than the sintering temperature
of NKBN ceramics (1100 ~ 1200 °C). Consequently, Bi,O; easily
volatilizes during the sintering process, leading to the formation of oxygen
vacancies and hole defects, which in turn increase the carrier concentration.
To address these issues, a composition regulation strategy has been adopted
to systematically investigate the effects of A-site vacancies and ion doping
on the crystal structure, microstructure, dielectric properties, and
piezoelectric performance of NKBN piezoelectric ceramics. The main
research contents are as follows:

(1) In this work, an A-site vacancy strategy was proposed to
address the volatilization issue of Bi,0; during the sintering of NKBN. By
reducing the Bi,Os; content, lattice distortion was induced, thereby
improving the performance of NKBN. The piezoelectric ceramics
Na 25K 25Bi2.5:Nb20913,2(—100xBi-NKBN, x = 0, — 0.01, — 0.03, — 0.05,
—0.07, — 0.10) were prepared using the solid-state synthesis method. The
study found that reducing the Bi content in NKBN led to smaller grain sizes
and a decrease in the concentration of oxygen vacancies. Among them,
Nap 25K025Bi2.45NbyOs 025 exhibited a resistivity of 3.3x10° Q-cm at 600 °C,
while its piezoelectric performance also showed a significant improvement,
reaching 20 pC/N. After annealing at 600 °C for 2 hours, the material
retained 97% of its room-temperature piezoelectric coefficient,
demonstrating excellent thermal stability.

(2) Employing A/B-site synergistic regulation strategy was
employed by co-doping Ce and W elements into NKBN. The
Nap25Ko.25B125.,CeNbao.y W, 09 (x =0.01, 0.02, 0.03, 0.04; y = 0.02) ceramic
samples were synthesized via the solid-state reaction method. The study
found that using the A/B site co-doping method can improve the material's

density, alter the degree of lattice distortion, refine the ferroelectric
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domains, and increase the domain wall density. When x = 0.02, the Curie
temperature of this composition is 670 °C, and the piezoelectric coefficient
increases to 24.4 pC/N. After annealing at 500 °C for 2 hours, the material
retains 80% of the room temperature piezoelectric coefficient. This
approach significantly enhances the piezoelectric performance and thermal
stability while maintaining a high Curie temperature.

(3) Based on Ce/W co-doping, a systematic study was conducted
on the effects of varying B-site doping elements on the microstructure and
electrical properties of NKBN. Nag25K25B125..CeNby,W,O9 (x = 0.03, y
= 0.01, 0.03, 0.05) piezoelectric ceramic samples were successfully
prepared using the solid-state reaction method. The study found that with
the increase in the B-site doping element W, the grain size increased, the
lattice distortion increased, and the material exhibited micron-sized
domains and a high density of domain walls. When y = 0.01, the Curie
temperature of this composition is 690 °C, the dielectric loss is only 0.006,
and the piezoelectric coefficient reaches 23.1 pC/N. After annealing at
650 °C for 2 hours, 86% of the initial value is maintained, resulting in a
high-temperature piezoelectric ceramic with excellent overall performance,
laying a solid foundation for high-temperature applications of this material
system.

Zhang Mengxue (Materials & Chemical)
Supervised by Zuo Ruozhong and Xie Xinchun

KEY WORDS: Nag25Ko25B125Nb2Og, component regulation, domain

structure, piezoelectric properties, dielectric properties, thermal stability.
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FHIN T7 A £ T CBNO-x wt%V2Os 5 s R % o 25 R W, M BERTE 10
I ZEPERE, TR PEREEIIA 21.5 pC/N. Pl 18.4 pClem? LK Te Ny 955 °CB321,
Wu 55 K H [ s B2 % T BisCey TiINDOo (BTN-100xCe) %, Hr BTN-
7Ce B & ) B R EA 3 17.1 pC/N, 2 BisTiNbOo ) 6 1%, T. A 886.5 °CLL K %
EHT L ZE N 1.2x10° Q-cm @ 500 °CP3l, Han 28 A\ K F A& 732, WA



g M N e e 2 VAT

el i FE T BaBiaNbOo ark RS 20 . BFFEREH, £ 950 °CHR K%Y BBN %
Y R 38 RO B oK. TIAE 750 CHRBE I BBN W B2 1 Aok F- 2 R ey, i
1-8 FrRB¥. g5 b, WA SOBOERA DU R &R OFRAET(E. @ERMA RS AT
BAR, EERHBE. @GR, THTH&ZMEE. &Ra8MIGeH
Bl @ alifs, dddkse s s R, rTRERA maA Y. Bk, AR
Hh BT 4 SI2 56 P i 46 7 Y 2511 88 T A s 92 o

o
1.30pm
e

750 800 850 900 950
Calcination temperature ("C)

P 1-8 BBN 7£ 750 °C ~ 950 °CIif 1] SEM &34
1.4.2 B2t
B A UL R O s L R B VR RE I — AT X072 Il B D B H At T R Bl
&, AT CLA TS W R ) SR g A . R E R RE . IR AR E RS, A E R
PERE . 78 F M BE RSB A e, SR H45 Ak ot O 200 He L B PR e AT A
RIS, — ol 2 R TR e B A B ik #%, BRI 2A U0,
ratrg
V2(rptro)
Hrh, N ANEEETFHE TR, N BMEEEFRE TR, ro
NEBETRE TR Hr= 1 N 2B E RS, i A A7/ B AL &+
PRV RAF, Z5MA A e E I IRAS . 2 ¢> 1 WSS MK, 7l Re T EUA-
FHES PR B K, msgm gty itaett . MRS, F5ER dit T Re 2 K
A RS B A O FO M AR EE R . 2 < | BY SRS 4R, TR SRR RRRE,
FLA ] e H IR AR B R AR SR 10 j . [RlUE, EE#R B n RN B R R 1 =&

[ERCELip

(1.2)

Bt EAEE TSR0 REBRBIEU R EminmE. B 15
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B2 H T B 2 %, IRIEBRIAEARFT L A A5, B i
B ABAIS . IXEX AN B AL A/B LIS N ERZIR S5 4 I L A R
M 60 1S P A8 T 4 AT -
1.4.2.1 A #8251

A LB A UM AR 70 A T R R B — P o e B B R IR T 1 A 4B
I —MOE P P R BRI R B T E AR B T, #1401 Na™ K*, Ba®", Sm®",
Ce*" %% ot T4 A MU S AR AE RS 22 S5 At A% 7Y 350 1 T [R5 P ot i g A 2 5
JE PR &AM R A AR, RERE A R H & BLSFs (1% HLiE Y . Fang % AR Ce
JCERHUR NKBN H) A 07, KA FHEIAS . 45248 84 0.02(NKBN-Ce0.02)H,
JE BLIR N 580 °C, ds3 ik B i KA N 28 pC/N, 438 KIEEIE ] 500 °CHY, dss
FIRIGE FREDY. Gai S8 ARA A hitEB M7, FIF Li, Ce umEUR
NKBN i A {7, BE% Li, Ce & &HIIIINARRSTAA, J& BRI 668 °CHEM
3 684 °C, [FIW HHEVERE AR 7 EE MRS, ORI dss 153 28 pC/NB,
S5 NSRH Nd TR BUR NKBN 1 A £, B Nd G5 & & 380 &R R~ i),
B EAF 23R & . &M Nd oK NKBN (1 e dE i 2] 24 pC/N, ArH
BFE N 040%P7, Xu N M A S4B 200 F, R & K T Bis.
+Ce,Ti148Nbo.020o(BTNW-xCe) i & . Ce 15243 BINW SRR T K2R
FEVEFEEEAR I T AR RIS, FEHE D BAEE (PFMD 45 5R3R M, Wi R0
A 180 BE K5 & 1) 4 N A7 Bl T~ 34 s v 82, 18] 1-9 o o 3 it i R 0 ot A
AN, ERAHRA5 T BTNW-0.03Ce M %, HMEAEARIRE (T, = 734 °C,
ds3=22.5pC/ND B8, Yu %5 \ R 7 5 A2 MR 45 44 i F P e AT (R 5 A, it )
FHA L% B 1 B 23 B B T AT B . X R VE08/0 T B M R I Fa e
BEZ (B1202)*, MTIRRAR T &S B0, b4 m T s bk Rt st 7 BLR
HIHR, fEEAL M dis 1535 23.5 pCN, T A 778 °C, H A BT G e
BV, Zf b, FRATKILEIE A A735 2% B0 BB i i e F & 7k
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2 « 8

1-9 BTINW-xCe Fij %) PFM 15081
1.4.2.2 B #5224 1%

AR FRI B A58 i m] DR & R f It RE . L PH SR A RERE 5% . B (45
R—MAINE TP RBUNOBIES 1, Flan, WO Ze**. Cr*%%. filin, Wang %5
AFIH Co20; HUAK NKBN [¥) B fir, Z53KM, BEE Co0s & &M, &Mk
FUOg/, BRI 653 °CHEINE] 662 °C. I 0.20 wt%[] Co20s i, & HLIE
REIE B AN 23 pC/N, A HFRFEN 0.35%, SR IKECA 3028140, Wu 2 AR A
Mn 7t % U Nag sLao sBisaTisO1s(NLBT) ) B 47, fibi K, 20N 0.2 wt%[) Mn,
d33 13 2R3N 28 pC/N,  J& BN 585 °CH*Y, Zhou %6 N+ WO 2
BisTiNbOo (BTNO), 7L T jiti 45 J2 0t &40 T 46 F4 Rl L 25 P BE ) i . WO
Fi#52cdtm 7 BTNO HIBHE, (EAMEIRERETE 208 @ i Hds P RARA, R
ds N 12.0 pCN DL 7 #fe e 1. Wang %8 AR A Co o 3 HUAR
SrBisTi4sO1s(SBT)H] B fi45 7% 5k, TE4HAF ST T Co Juz AT SBT MI/rHi. [EHLA
PR MERERORE . S5 RN, 4N 3 mol%[ Co**iif SBT-3Co KHLH HALiLi
JEFERE, LR R das 1A B 28 pC/N, X AEIEA A IEIRIE A Bk SBT # % A
Vg . SR A ST BRI UL AL S R (g A kD
F B SBT-3Co fE 1A 300 °CHIHEE N BA RIF ) #deE %, Liang 5 ARH B
NSNS, A Mn/Ta JERIBUR BiaTisOn (9 B A7, &t Ta AMEHT Mn & 13%
AR Tit B 7B 1 BITMT P A AR B IE . 2 x = 0.05 I, JREGFE
fBAE 500 °C T HIHLBHZ Y 7.19 x 10° Q-cm, FIRWALTEE N 8.1 uClem?, HJEH
HHOEH) 31 pC/N, PAR A REFFFREE, ik 1-10 P, 25k, ATk
Pl B 735 24 ARG 3 R e RIS P B DR B3 2 v P B 3% LA B iR e ok
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690
685 4
680

*

Q
9]
T

| L

o6
Qd ) L
e 670 B CuSb[Ref34] € WMn[Ref14]
= L @ NbSbTa[Ref10] @ Nb.Ta[Ref9]
5 665 F A MgNb[Ref16] ® CuTa[Ref.11] .
= | ¢ WCr[Refs] ¥ CuNb[Ref39]
@ * This worrk
E-' 660
& 655+
650 -
645 +
640 1 1 1 2 1 " 1 1
20 25 30 35 40
d,(pC/N)

1-10 AN[A) BIT Z=J5 HL M BE ) dlas F T D0 EEE4)

1.4.2.3 A/B fi #izoqts

Hil, WEMREE A MBRNER EiT B 1844, SEE B BN
el BT A GBIk, KB A/B BRI BT, Hlin: Wang KA Ce/W
JLRFLFEUR CaBiaNbOo JE R A%, Ce™" BT MINB A (Bi02)* Z2H, ST T
CaBiNbyOo FI P U 7 AR, B4R 15 4kH 2 S5 4 RUZE 2 TR AR EAE T, b4 o
TR R B AN L B . IR STNHD Mt B Sk N CBN, AR B B
132 7 R Z R T e 2 7 CaBii96Ceo.04Nb1ossMno 01500 ) d33 35 3 15.9 pC/N,
Pl RARAIE N ] 20.78 pC/em®™], Peng 25 AR Pr/Mn 34570 5en%, FIfL 4
(R [E HE A L 1) 45 T CaooPro.os| Jo.osBiaNb2Oo ([ 13678 A fra3hr) JEAMEEE, I
WHFE T H ORGSR FIAR SR 22 Pk g o Pr/Min LB 24 SBURISIAS, dis N 13.6
pC/N. Te A 933 °C HEA MR R #Ea g 149, Zhang 55 A\ K H (LiosBio.s) 3 [F]HY
R CaBiaNbyOo ] A 7 £ A1 Mn HUR B A7 S FI5RIE . Mn 5502507 2 (A1 B 5
BB AR T PR T RS R R . AR, Ca #(LiosBio.s) 3BV AL FEAIK
THREGRE, ERD THRSG SRS B0 W K. X Fl k145
Cao.96(Lio.sBi0.5)0.04Bi2Nb1.0sMno.0200 M B¢ FL A7 i v 1) J& Ll JE N 928 °CRL M
600 °CIvf HELFH 2 1511k 2.85 M Q-cm. th4b, %P &L R I H SR R L PERE R 15.2
pC/N LI BT B #AES R 1 (FE 900 °CIR ‘K 2 /NI & ds3 A F% 6%) & 1-111471,
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Submicron domains
\

//\

5 &
lmpm\m Ruhlun l Creating

p()l arization dnm iin size defective dipoles

. m
\l/\

Nanoscale domams

=0 x=0.02
134% 122% 11 times

4l 4 A

Scatter m,, ? ] j
| :
i 3
| I
|

O Carrier J }
() Doping ions - g - v

dy, (pC/N) P, (pb/cmz) (!l m)

K 1-11 (LigsBios) FLHUY A A7 A1 Mn UL B A7 £%F CBNO P & ) 5210 7 i B 147)

L5 AXEEMRBNERNE

NKBN H e i e Fi Pl 8 R B 25 v 1 S ERLUGLFE v plL L6 DA R B AR 2 A R
SR RSO B RTRIRF AR AT E, NKBN i i B8 A7 7E DL R 8l

(1) NKBN [k HLPe 88 A A= 5 PR R RES R 2R ¢ Hlde— @ Iy A7 1
Hlo HTZEM R 2R SBUF MU B R, R TSR

(2) BT BixOs I s 817 °C, 1Tk T- NKBN HIRES5IEE, HbrE s
IR PR R R T R R SR, RS BUS LRI S A S B 7 A

(3) IR EE T H R AL das Foe MERE 22, BRI T 6 e i AT 1 52 B L FH

Hil, EBEAE Bi2Os 78 NKBN 5 i & e iln e 45 1 R v 5 45 2 1 i
BT HIRHIRTFE . LB A/B 353554 NKBN 15 F P B () SR 4 ). F et
E I A 785 R AL

MR oA NKBN B A p & H AT AAE R 0 8, R i, A
5 FTE il PR R I 25 MR A AN I BRSO NKBN B e Hi i 88 22 575
BB A R RIS . R E AR

(1) 4HXFE NKBN B4t fmh BiaOs 545 & 1 il IR Y A 37 23 B 10 7525



RT3

W BioOs 1 &5 S A AR I AR I NKBN [PERE . SRAAL S A &
J i £ Nao25Ko2sBi2 s Nb20o+3x2 (—100xBi-NKBN, x = 0, — 0.01, — 0.03, — 0.05,
—0.07,—0.10) KL M, HRGHF T ILHNE  REPERE N rERESE.

(2) FIH A/B AR S0, KA Ce/W JG 3R L [FHUAL NKBN [ A {7 A0
B . ST [E A A R £ Nao25Ko 25Bi2s.CexNba, WyO9 (NKBC,NW,, x=0.01,
0.02, 0.03, 0.04; y = 0.02) JEHFFE, KGR T A/B L5425 K E A
BHOECE R SRR BlE . TR ERE. A HMERRSE.

(3)1E Ce/W LB EHERN F, RGN T T BB AR IuER W N ER X NKBN
TUOUL 28 K R R 2 RE RS2 o SR FH [ A s S2Y25 B 1l 4% 1 Nao 25K0.25Bi.5CeNbo.
yW,00 (x=10.03,y=0.01, 0.03,0.05) JEHFERMS, RFHHTEE B B 5R
JEER W RGN R P AR O S5 4 R P RE LA R A Bt RE R R
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RT3

F2E LIWHE

2.1 SR
Xt ] % T FL P B AT RE R, A4 R 2R (10 J5 R L3 R M s L g R A & O 1
RE, PRIHRB AR SR AR 2. A SO R Se 98 24 i 2028 v 99%, Fmik ]
RS SR 0 DL AR 77 N 2-1
2 2-1 JERH E2AE

JE R} R (a5 ai g Az Al
TRIR AN Na,CO; 99.80% | 24 % [4]
Tk R K>CO; 99.00% | 245 [4]
Ak Bi,0;3 99.00% | 245 [4]
AL Bl CeO 99.99% | 245 [4]
ENeAT Nb2Os 99.50% 24 ]
Ay WOs 99.80% 244 1]

2.2 LS E
TEAR S0 A P P 2 060 A3 248 2 6 470 B A o 1) 8 8 2% DA S ek e A 2%
AR AR BLS FAE = R 2-2 B
22 SIRALAALFR. TS AR

DE A RS R

BT R AUY-120 BNERE 7 SR ves s
PR P KQ-600E B 1L T B P A A A PR 2 ]
47 A EREEHL QM-3SP2 P 5L KA AR AT PR ]
ST RAR DHG-9076A R R S A TR A F
= KSL-1400X-A1 HHERHEMEHAR AR 2 7]
REARAE A NBD-M1200 W AR R PR 2 7]

AR R L 769YP-24B RER S E AR A PR A
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Bk 22
BEE S thsy AP
A A R G HCT 1821 bR R RERE A R A F
B FIRAHL SBC-12 AL s RERMSOR 4 A BR 2 )
SR EE LA G EM-30AXP 2 gE v [
BELHL /3BT AX E4980 AR (PED FIRAF
X BFERATHX Smartlab SE H A P2
et FRLREL 23 BT A HRMS-900 EPUAE IR PR A 7
HEREAS s MR ZJ-6A o 2 e 7 2 B
JE L MFP-3D A AR
X GG R T RETE X Escalab 250Xi FEER TR Bl A 7

2.3 S m bl &

AR TR T S 56 ) 2% 5 V2 A8 SR A G D TR S B, R T SO A
M, pediJy AL g beai Jr a0, BARSCIS IR W& 2-1 P A, X322
Ry SEaR AR A DL T PE A

ALk R BT i
oS BT e e
R J ) Hi bess
Bt B, Hie s

2-1 s R Pl e ) 6 SR R
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RT3

(1) Fkt

FERHAT 25 PR E AT, R 2 AT TR A B . LR A o RSP ASORE
AR B IX LA TAESE UG, A REHEAT 2 AR R . PoAk 4 S 4 ikt
AT R, WELRER 10s, BT R POCEREUE TG BB RIAT
(2) ERpE

BB 2 1) % 1 PP S (R DRI T 22—, R H IR R JFR AR TR A 3 51 94
ARLEE DT B2 o T e 7 P 20 56 T e 28 P S ) i o FEBR BB L A R (L
1 PN A RURL R A5 Al 8 N B 8, AT I IR 4040 RIS 50 43 B L 1Y)« AR i
TP B2 S BNER BE B, FE IS & AR AN [ 1 AL ER DL A E R IR 2,
o KT EAXERENL, FHN 360 rpm, EREE 4 ho REBREEUF I 25 80 SBHBON 5
RTJRAE, £ 100 °CHRIIREE N BT, AR SLLS TG 3R 5 (5 R d kT
(3)  Tiike

TiGe £ & B R BE A il 1) 2% R OC A B 2L, AT RCERR — SRR ML, Bk
CATE ml RS B S ECUAREG SRR R . SR BRI LS, b
i Joe 225 T v TR R IR AN 357 7 S SR LR, 34 K AR TE VR & AN EK B Ji5 7T e
HILAI RIS, Piseid F2mT LA BRI 5%, 3 om0k (] 1) 7 B, A Bh T )5 Sibe s
(IS8 501 o KT R RORE R i RRBIR BN S A AR 3 R, SR FH 2 °C/min (1 TR
JEFHZE 850 °CLRIR 2 he TS, ¥yoRMURZ (Al oA — @R REMAL &, B
FRIBA R IR 45, 7 A 5 S be 4 AR oy AR R A b Bbe 25 A3 5
(4)  TIREREE

AREREE SN T A TS R 24 it o B TRUGR I IR HROIR AR NI B o AT B
WHEE 2R ReIE I 40 H iR Koo 0L i 24 S BN SRS 0, [FIRER AT 2 BRI ALt
ITERES, BREEFAF SRR —FE . BRESUFIG, H 24 B IRRMEAT T4
(5) &R A

FEME AR R R, SRR — AN EERPE, FEATER RS —El L
T RUORE, DA Ji5 BRI e i S B A e 25 A B . stk i] LS R R iR st . 7T %
AEVERNIY SIPE, S S HIRTRL I RN AR 34T, A4S ) B AR E et i
FE P RS SR A T A (B0 BERIPE R . v, VRIS KRR A A L ol A )
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RT3

Ve, (ERURIY SRR, BRI A AT, JF LRSI SRR 4 A, B R
A1 23 DRI, A SCRITA (R S50 P R R ST PRI VI0E R B RER B I k)
TS, 25 BN 7 wi% B IR 7) (PVA) HEATHIFES . WFES 224
TR S BURL, ARG ILIRACEE, U 24 h AL, K IRALEIZE ETTON 70 °CHAJt
FRIR 30 min. KA EAT 0 9 10 mm HIBLE, — FFEremf 2 0.6 £0.05 g
(2 kL, A BB L IR % 10 Mpa, fRFE 30 s JEHUEL. 5%
TFI MR e R TRONAE N, B 2 °C/min O FHEDEETHZ 750 °CLRIR 2 h #EATHFEE .
(6) ek

Joa i 2 [B A fsz IRV i) 2% W BE AT R B35 — AN ORBRAP IR FE il T, UKL R T
KLY H, ET AR BERORLE] (45 S, AE AR A0RE 8] B FLRR B 25 Akl 2eiB i K
K, MRS ESRERE R . BRI, DAl R gt st T4 m b Bkl i 1 e 2 00 H 2L
ARG AN [F) R P B2 20, R 8 S HORN I 1R R 6 7 R O B TR ) o AR AS [F)
BAIUER, SRR, B E ARSI g b3y R
~900 °CHJIR L VB N LA 3 °C/min B THRIE BEBEATTHE, R)51E 900 °C~ 1100 °C
73R EE Y Rl Y BA 2 °C/min [ THESEE, {73 2 he
(7 R ik

N T AR DN T HE AR AN SR S ORI R AT SR, TE ) BT 7R AT S
PORRIIT- 8, ZBRRIMERIG . FAZERT, S b E 77, RN E
Pa HOUHERRTE . AR SO I SEG IR RE S 3T BE A 0.5+ 0.05 mm F9JE S, Jfalid
HE P BRTE DTS, T T IREEABA SR BRI AWR B LR AN RS
fHE . SAFEM . FTLL, A SCHTA 1 S50 IR i 2R H iR AR AR kbt
B, SR 2 P ENRIE A ] % B4R 6 mm BB B, LA 2 °C/min (TG B T+
% 850 °CHRIE 30 min T i -
(8) it

JE P EAE A 2 AL, T I HES R O I . BT, R Y
T E RN, AN B2 W fa ko @ WA R, P 8 P 0 1) e A AR
Ji 7 B B LR R B AR D VR A I e BT S, AT T A ek W
AR, A R AR DR, ARSIRES BTG AR A 1 SR S 34 T B AE 180 °C
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otk e T RAL, R R DY 10 kV/mm~13 kV/mm.
2.4 X 5MHRERIE

2.4.1 GEHFRAE

24.1.1 X G375t 24 (XRD)

XRD & —F MBI T EAR, T B A0 1) S AR 20 . AHZE R
KN RS R . ASCHTA RISEIRFE R XRD Hod 35f F H A 22 1
Smartlab SE B! Cu-Ko 5 X Hf&MERAT, LA 10 °/min AU EELE 2679 5 °~120 °
(X AT R3S, [FRIERIA Jade 6 FAFAT JCPDS Ark- %t e B B & 4514
BEAT 73T o
2412 AEBFEMKE (SEM)

A T R (SEMD & —FhDiRe s R IO 40 A L H, Rei 4R fit i 40 9
R ZHRMEGFEE N ICRAINER, BRI RIEAS. 6t
b7 23 BT 45 [ B B 2% o AV ST SR RE T I L ARSR T rEL R RS 3k B o
COXEM A& F2H] EM-30AXP %43 i T BB iR 3545 .
2.4.1.3 R 2HEMRAY (Raman)

PG TEMAAR — il TR A 57 731 S5 A R 2 AR 0 2 BT S s« e 3
TR ZHUR N, B MT R RSN« el FI LA =X, AT SRECA oA
A ZE EE R AN A RS e AR SO SR B A I Rz Z OGS 8ok B ik E
HORIBA JobinYvon A #]47f)—3k LabRAM HR Evolution %! =43 ¥4 85
TACAIRAS .

24.1.4 X ST FREERIESHT (XPS)

X BHEOGH T REE (XPS) 2 —FH T BRI 4. S IRES AN
TR AR, e IR U R I TC R T . A ST SLERFE LK) XPS
E 1% 15 42& H1 ThermoFisher Scientific 2 7] 427 [ — K =iV A Escalab 250Xi ! X it
R ETREIEI (XPS) TIAZRTS.

2415 EBAOEREKE (PFM)

JEH RS (PFMD e —Fh3E T 51 ) B (AFMD BRI T %

LA 5 3 5 5 e N 28 A% F S B i 2 1T, ) FH R P80 5 RS PR v 2 TR /)

N amd

\

19



RT3

PR3, FHE AFM SREH R IIX LEHR S5 5, TS 2B JR) 58 Hs R A R 734 o
IS B W 45 K A H5) N T [ 47 Asylum Research 23 &) 4E 77 1 MFP-3D X #% .
2.4.2 MREFRAE
2.4.2.1 frEaMEREMIR

A HL I BRI T VP A PR M RS AT RHEE FRL AR BT AR R AR R, S
FEHAHE AL (e AT HBFE (tand) 5540, ASCRA L R R e RHL A R
AT HCT 1821 MR I RS iEH23E [H Keysight Technologies 2 7 4 7=
() Model E4990 B 5 PERE LCR & (R, A, HHNERLSO . HEHDy: @it

08 v B R i E AN [F) AR B P T ) R S ARk SR L . AU
_C-d
gr_A'SO

Hrp, C REERIHRES, d ZFEMINERE, A MBI, eRHT
A HUE L T SEEORE A A R T R R VS By IR & 750 °C, FHREER N
2°C/min, 4 FE— 2 i B A B R RS G, NKBN J e # B & i & A A
A, R R RN FE R Teo

A HARFE (tand) SEARRIRMRME SC I L 37 B P SR A AR 5 B A T e A
NFABEMFLRE . X T R MRS, BRI FAR AR 10 R R R e PR R A
i R HL M RE .
2.4.2.2 FEHTNR

AR R BELHTIN A2 ) 2R i R SR RE R A BR A B 19 HCT 1821 Y il
A B 2R 48 3% 4555 [ Keysight Technologies 23 7 i) Model E4990 % &% A LCR
XS B BERE i AT AR IR FH BTN 3K, iR B2 Y Rl e 45 450 °C ~ 550 °C,  [a]f 50 °Cill
B BRI I T DA T B SR TR

(2.1

Z=R+iX (2.2)
Hrp, Z 2FEMIBEPT, R Z2HE, XZHEP, j2BEini,
2423 ERMRENIR
JEHEEL (das): R K AR Z 1R ) 5= A L 2 (R R &, A
T H A pC/N CHEEAR/A-50) o AR SCHTA BRAK IS 14 FE B B8 R it 201 e o [ 22 e

20



RT3

PRI ZI-6A HERRZS das MRAACGIAT IR, HJFEHmE 2-2, A=

V 4
d = — — .
BTETT (2.3)

Horp: v 2RI/ MER R R, FRRBINK T, 4 2B (R
AR, ¢ AR . B EIR A, AT das, RIERLL ) R AR ™
A B LA R

F
YLk I JEREHLZ i HLTF
L5l ——— o
Wil ZERE K%/ _|J: C o
Tl ——— S al
g S ESIES B

&1 2-2 JFs FL kAR P

2.4.2.4 =@ EENIN

i, FEL L 2T R R R A A el A 2% 1R 1 A5 FH 11 P R R ARl
NI . ARSCRITAT S0 R bl 1) e i F B % 3 R B DU AR AT PR = A7
(125 2 HRMS-900 rpiet B PEASCIIA 3R 75, i B2 YE A 200 °C ~ 600 °C,
M 10 Vs
2.4.2.5 AFRE MR

Y WAL 5 B PR AR S TN 2 L 2 °C/min (FHIRIE BEFHE 2 750 °C, 4
A1 — 5 R EF IR K — K. FHE K — AN E =R E KRR dss, AT
1930 — RFIFERTEARFIEE T IR R AL daso BT WS R HRECEL S, 7
B NKBN J [ B 88 #vga e 1 221K
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5 3 F A MENLIT Nag2sKo2sBiz sNbOo FEE L M BERY

F

3.18l8

s B g B ) P TR IR 3 5 HL A5 5 A T 0 R e s A = 5 P A SR o Lo,
it R AR R DR L e S PE AR R R N AR AR, FEHR A s B2 I = AR I e
73, TR T AR A S LA U > 8 SR, R A R
bR TARIR IS RA B EEE (TO 1 1/2~3/4, Fy#EnE RIRER kA4
FARALI G, SHUE B EREIE L LM, TR 2R 45 F s fR b E A B 1
R B s B AR A A R IR R, 2 A iR A W AR 2 — 1, 4R
RIE, Nag25Ko2s5BizsNbxOo (NKBN)D &SR] m = 2 B ZARTC S s L b
2, PE BRI TN 650°C, R HUHE (R b 3R SR sS4l |12 RTEBO, 4R
EARMIG#E S BLSFs AHREIM . — 7510, BT2R 85 AR S E5UEH
RHEUR, ds3 9 14 pC/N. HET, W53 NKBN 48} B E PR AN R
SEVERI—Fh 7k Fltn, H Ce. Co Ml Mn $52% NKBN J&, dss 4 Hil$E = 2
28 pC/N. 23 p/N #1125 pC/N, {HX4iR T 450 °C), dss ¥WGE T FE. 2R,
AL EMC TR B — PR &P, S—J5H, BT BiOs MHE 504 817°C, 1EM
BRI RN G R, TR INMER IR EE, A AL, X EeAR fny
RS20 Pl 8 1 FELZE PRI, RS0 TE el T I MERE R I, DG T v NKBN 2 /&
HIFEErh Bi R [ B AR TE R . AR, BRI — o] B S AE — S5 R L R
RKRPHHAT T, —BCR @R It &0 Bi REHTHME 70, Xun S5 ATE
0.7BiFe03-0.3BaTiOs 2 &, A IIE H K Bi AME A MR ESS )45, IFAE
0.7Bi1.02Fe03-0.3BaTiOs 273 345 1) T J =i das 4 214 pC/N,  Te N 528 °CPY,
Liu 25 N RIS RN Bi 2/ (K, Na)NbOsFEFE % A 2 A 14 R0 . Hrf
0.96K ¢.4sNa.52Nbo.06Sbo.0403-0.04Bio 525Nao sZrO;3 [ ds3 & | KAE 522 pC/N, Te N
235 °C3%), 7F CaBioNbyOo %, Li 25 ANl Fid & Bi SRAMEIE R B2,
JFIAS 7RI RE . 2 Bi MR 0.04 I, ds3 ik F) 15.1 pC/N, FFAE 900 °C
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I AR FEJF AR 90%, TN 942°C, fE 600 °CH [ HEFHZ A 2 x 10° Q-cml®), 7E
BRAR TR, RIUEE SN Bl RAME Bi HHE A B i s HELE AR AT AR E 1
AT A B, S A A AL 77:, M NKBN A H B g A
Bk Bi & ERIEBNRE Bi R E K R AL G0 E A A L
Nao25K0.25Bi2 5:Nb20g4312 (—100xBi-NKBN, x = 0, — 0.01, — 0.03, — 0.05, — 0.07, —
0.10) FEHPgEs, RGO FTILFUE . HEVERE. /rBIERESE.

3.2 A L AL FT Nag 25K 25Bi2 sNbyOo PR LA MBI E2 N i 3R

3.2.1 SiREEH

N7 L A T NKBN 2 H PR 48 (1 i S5 A B Bi B R3S I i 8t
#o ARICAEF Jana 2006 A, FEFIFH A21am 7S [ FEAT-100xBi-NKBN 3 [ H g
ZERE S HEIT XRD K518, WK 3-1 () ~ () FiR. EidWEE XRD K&
DL, BT P& RE i 1) 3 S AR 035 5 F5E R Fr JCPDS No. 97-018-6933 AT 4114
FAXT L. IF H A -100xBi-NKBN Fa BEFE i A H BRI, RTA 5 e
. [FII, FRATTAB-100xBi-NKBN Wi B4 5 i B iy (115) W%, 5 BLSFs
AT E (112mt 1) RFF—5, XK 71 Bi L& IR R aiTh
A 1 T —100xBi-NKBN P& . it XRD #1&, FA17528] 7 — R 51 EAKH—100xBi-
NKBN Fi %2 1) éit il 240, e 3-1 fios o 5 53R B, AT 52 PE R 773 19 Rap < 14%-
Rp<11%. Rexp<4%, Rwps Rpv Rexp MMEIIESBRHTEEIA, W XRD FH1E45
bR R — 8 Y XRD RIS R EA M. AT M,
IR RT, a/b WHRRSIELE a AT b B 7 ) BAERHC B LB 1A O fE
AT DL FH R S B R (O X B B AR FE S o 2 a/b W ELEERE 1, MIREMRE o FhAn
b MK E AR, WS TIR R E RN MR, # a/b EMRES 1, USSR
X A7 1) bR R AR ORISR AT Il S K I, NKBN 7 Bi
BEC RS PR o/b HAEH NKBN [ a/b EOE K HARES 1, 38
—100xBi-NKBN [ %5 ) i A 45 4 A L it 3 BUSR A% M AR 3G . b4k, Bi k& 7] R
FHNKBN 5N A A0, SURBE 251, 08 d AR S MR AL, AT
HL B
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Obserned
—— Calculated

Different

A2,am

Obserned
—— Calculated

Different

A2.am

Obserned
——— Calculated

Different

A2,am

(a)x=0 (b) x = -0.01 (c) x=-0.03

10 20 30 40 50 96°o7° 80 90 100110120 10 20 30 40 50 60 70 80 90 100 110 120
26 ()

90 100 110120 10 20 30 40 50 60 70 80
26 (°) 26 (°)

' Obserned
~—— Calculated
Different
A2,am

o  Obserned .
= Casuea (f) x=-0.10

Different 0
A2,am

> Obserned
—— Calculated
Different
A2,am

(d) x = -0.05 (e) x = -0.07

10 20 30 40 50 60 70 80 90 100110120 10 20 30 40 50 60 70 80 90 100110120 10 20 30 40 50 60 70 80 90 100 110 120

26 (°) 26 (°) 26 (°)
K 3-1 (@) ~ (f) —100xBi-NKBN P %) XRD #%1&
% 3-1 -100xBi-NKBN Pij % 1) fi i 2 51
Compound x=0 x=-0.01 x=-0.03 x=-0.05 x=-0.07 x=-0.10
Space group A2iam (36) A2iam (36) A2iam (36) A2iam (36) A2iam (36) A2iam (36)
a(A) 5.4833(3) 5.4884(2) 5.4863(2) 5.4885(2) 5.4910(2) 5.4852(2)
b(A) 5.4758(3) 5.4769(1) 5.4758(2) 5.4746(2) 5.4746(2) 5.4758(2)
c(A) 25.043(1) 25.069(1) 25.063(1) 25.067(1) 25.077(1) 25.046(1)
V (A% 751.91(9) 753.56(4) 752.96(8) 753.18(5) 753.77(8) 752.28(5)
Ruwp (%) 9.39 9.89 9.66 12.95 13.08 13.82
Ry (%) 6.85 7.24 7.08 9.65 9.79 10.42
Rexp (%0) 2.64 2.80 2.72 3.06 3.54 3.59
a/b 1.0013 1.0020 1.0020 1.0025 1.0030 1.0017

FE e, RS M AR AL R R IS B AR RE R R B R 22—

a RS (Was by cv 7 B SR TRIE T AR 22 (8] 45 R A ey 1 55 A1
FHRER (e R IR J05E) MIMIRIRE /7. X T NKBN 2[5 B ek i, Bi
BEGIRN A LA RE M S SR, SR AR R s RE . O T i
— 4T Bi SEXT NKBN Bk B RS MW, KA EESHE a. by ¢
A B B TR AR VAEBERE Bi SRE IR AR L& S, &l 3-2 fros. il
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Mg, FTLAURIL av by oo V WIMERES Bi ShERHINA SIS b HE s

Noguchi %5 Ni#id tHH =7 fg (Evacancy) KL, 5(Bi.02)*'ZAHL, £54KH" =5
By Bl AL, XEWY Bl S ERIE T EETZ Y. AN, T NKBN
P2 B S AE SHCRILES, 580 2 (BL02)* & L BIFE RN T o AL B AT
LI DB B 2 A (Bi202)* 2 Z [ (I ANUL T, AT S A IR A A A5 R s W 3199 €00,
277 BN o] BE 2 S B0 A FR AR . DRIE, & B AR Bi 58 AT LA
FERF7, AT ECR AR N, (B> Bi SR, SANEEE R E
FESE, RRARSEMI T RES ARSI AR E , KA AL AT RE-F 2 I 1S5 7 oA Rk
B, IR PSSR R e P AT A LT, A AR UL

25.3
252} 1758
= 25.1 C =’ -
© — T, J7s6 <
< 25,0 N
S
w 249} TV {754 €
: /\——//—\ :
o 2 T r
5 s.50f 2 1752 =
8 _,.———-—\.———-—’;'\. 3

= —— =
398 e ———— ——a {750 €
£ . S
5 5.46

{748
5.44 : :

0.00 -0.01 -0.03 -0.05 -0.07 -0.10
X content

&l 3-2 —~100xBi-NKBN Fg & it ZH (av by o) NIRRT AR (1)

S A R B R B b — b WL BREE SRR, EXT AR 250 . r AR
AR A B EEMR . W i b, W] DL L Hh A B R AT A
AR, T 58 s FE R 22 (1 R RUCR « —100xBi-NKBN B R i ) be 25 iR
JE— B EiA 1100 °C, {HiE BiaO3 UM £y 817 °C, L BiaOs 7E M BEFE il Ge 451
FE G, Bl BS TR/, W BE AR ) A 5 ) 7 S O A vl P PR RIS E 1
I, 9T M Bi BT RIERR, Gl AR A AL (O-vacancy ) SR AERF HLf AT,
T ST AL R 1Y i FURORE 0 s LR S, (B 22 (0 S A PT RE S A e LR
LY SR fae e, SEPERE N . AT 28T NKBN M &E7E Bi SERRA T 1
AP E AR L, AT NKBN F1 5Bi-NKBN #HT 7 XPS ik, FEHRHE A
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KA E AR . B 3-3 (a) A1 (b) 437l iE7n T NKBN P& Al 5Bi-NKBN Fig
B XPS SRk LI A 45T, AR Advantage FAEXT XPS Stk AT 4y
WEADLA, 45 R T, NKBN Al SBi-NKBN 1) XPS Y63l i if 73 W4 4515 BP0 A 1
Horf, 455688 531.1 eV G NEE X (SR SAAHKMXIED V,, 454 530.5
eV IR AR X (5 IR RS FA G XD VY. —MeRul, s hik i
FERE S, TR SV T A EE e o2, HHRZE IR R, NKBN FiEra s
AL FEY 0.30, SBi-NKBN P& [ S AR EE N 0.25. S Ak FE B B FEAIC, 3
i Bi HREALAIREE NKBN H BixOs MIHER . T 4025 0 JEE 1 B AR R 484
—100xBi-NKBN [ H Fig %5 1) s FRL VG 12

L — (b) [-o0s
O1s O1s
o5
v;zo.w. -
\ 0}79.9% '
V_/0=0.25
Vo
537 534 531 528 537 534 531 528
B.E. (eV) B.E. (eV)

3-3 (a) NKBN M%) XPS #l&fgit, (b) 5Bi-NKBN W& XPS & Al
3.2.2 HMASR

—100xBi-NKBN Fig 4 i ) F AR I L 733 4t r B I I 18] 3-4 (a) ~ (D) JT
7N, AT LIS S Frf —100xBi-NKBN P ZEA+ i 1 fmobi 5 S B B i ZoIR S5 0y, 1%
SEHT a-b IR H HEIEFEIRT c foym (EETRERGHR D KH
HfE, ARRLAEZ T M ERAE R, fsed e, MIMERUEIRG ), SEUh
A W B AR IR S Y ) BLSFs R ARGE A1 04, bk, Ay e Bkt i E
IRRTEEA RIS, HEWB0E, WUIRGIREGE, PR RIT.
WATVKIESE Bi SR RGN, Foks RS A oRn JF BB/, X AT RER T Bi
B ) B B i P R BiaOs VRS BT 2D o 72 ) 46 e FL M B AR o, BioOs 1F
N TR BT, 38 HAE R A i R b REAS (2 S TR A . 24 Bi B
FEmey, BiOs WIS &I, SEERE TR BURD, B T YT
AT H,  FEERRURT R AR AR105-67],

26



g M N e e 2 VAT

| Brx=-0.01

/

Kl 3-4 (a) ~ (f) —100xBi-NKBN [ %) H 2R 3 i 414 H Bt 1

3.3 A AL ALIT Nag 25K 25Biz sNbOo B E M BERISFZ M A 53
3.3.1 frEB1ERE

—100xBi-NKBN P& [ & A1 tand 7F 1 MHz F B AL a1 3-5 (a)
flioR. BT WE LRI, FTA—-100xBi-NKBN B & FE i 5 B S/ B g, A g
JIeos LR O JE R (Te) . Bi SREEFGEERE M To A1 NKBN (1) Tc AHECIE A
PEfK. {HZE, Brfi—100xBi-NKBN P&kt i i) Te 2T 650 °Co #eAt, o ke
tand 7E 52 BR B H o R e B AR EEL I S M —, BB I LA R A
RIAEDL . B, BRI AL PR (0 A B BURE RS T2 a1 e B
Mo ATCARIL, B I F P RE S Y tand I7E 500 °Cla @RIl BT, X2l T
FE iR TR ARSI AN ERIEE D), SEUR BRI RES R AT
k35 73 M fE i S —100xBi-NKBN P s 1) T Al tand 324K, K 600 °CIN [ Tt
1 tand B Bi B 1A E S RIRTER] 3-5 (b) 1. Hrdt SBINKBN Al
7Bi-NKBN M T. A%, BIMEHAKH) Te B4EFRETE 651 °C, LA ZEHRE T TE Bi kg
RIS T AL BEIRFF S 1 Teo AR, RUAETE 600 °CHY iyl T, Bi & 1P & AE
dn ) tand J5EEORFFA 0.08, TIAEAH R S T NKBN B ZEFE M Y tand 4 0.32, 4
FLURE ] 2 PG . X AT RE S I T Bi Bl N 48072 (67 K 1) A1 3 S0 BR Fa ik2>
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| — =0
= (a) (b)

Dielectric constant (g,)

— —x=001 -

R 12} —x=2003 =3 @t c

8 e x=-005 € 030

5 o} 2 £

] x=-010 9 025}

2 08} @MHz -]

2 2 020}

£ o6} &

[*] o

-} o

T 04l ° 0.15¢

o = o
0.2} odor Pt _
0.0 f= 0.05}
02 2 " . . N . L 0.00 L— 2 N L . L

100 200 300 400 500 600 700 0 001 003 005 007 010
Temperature (°C) x content

3-5 (a) —100xBi-NKBN & 7E IMHz 5% T ] & Fl tand, (b) —100xBi-NKBN P& 7%
600 °CH} T, #1 tand [{1481k,

3.3.2 EApE M RE

— R, FREEADRHE L H A R, AR, BENE K S T 1 B
Ao R A o B AR R, KRR AR R E I I AR, AT R AR BE A ) R
RRIO8- 91, o, B HBH AR RAE R B R BE AR A Ve R ) R BT B ] 3-6
FT71%» —100xBi-NKBN JE Hi i & 7 200 °C ~ 600 °C ) HL.i HL FHL 2 . I8 W22 R 30,
LY P O 23 B 8 1 v T S S BRI, LU PR SR R AAR O X T BB
TAE R 58 2 (075 (A FA O« 3 22 BRI . BRI VR B R I DA R A AR BN )
MU, teAt, 7R 600 CCH SRS, Th4ERF B m K RFH ARy 100 Q-om. X AT HE R
HT- Bi &) NKBN Fg % BiOs IER R EIREE, S S AT 7R .
w37 s, MRIERT 1S JE 5 Hr 5 Rt 54T 21— 100xBi-NKBN M H 2 5%
WRE (E)o Eo RRBILTAWIMGEAI B RIRFT TR HIREE . KL B, RRE#H
M HREFEZIREA Reb R B T RARA, IR, R E BN, BiR
FREAEGWHR B FHRSE, 253NN FHEE M, BHREET,
—~100xBi-NKBN J& HLFi &[] E. 5 NKBN & P& E AHHEUE, X TR &l T
Bi S ) NKBN B % 10 dio bR R BN, BRI 71 2% 5 2812 i S b
MEFrFEWUA, [, BEE Bi SRERIEI, E. M\ 1.23 eV 313 1.42 eV,
BEEHIT NKBN ffi%5 Bi sREM3GIN, FECHEER TN 221N

I

(73]

[}
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13 —a— x = 0.00
107 —o—x=-0.01
1012 —t—x=-0.03

—_—
o o
- -
=) -
i B | -

-
(=]
~
-

Y

(=]
4

-

104 1 L 1 1 1
200 300 400 500 600
Temperature (°C)

3-6 —100xBi-NKBN [ & 7E 200 °C ~ 600 °CH B i Hi fH %

B x=0 E,=143eV
141 o x=-001 E,=1.23eV
A x=-0.03E,=1.27eV
12} v x=-0.05E,=1.27ev =
3 x=-0.07 E, = 1.29eV ; ()
Sqol x=-0.10 E, = 1.42eV # &
(@] Fitting i =
-1 v~
s »
z
6 7 s
[
al
1 L 1

10 12 14 16 18 20 22
1000/T (K"

3-7 —100xBi-NKBN [ % ¥ 280 1% L RE Ea

3.3.3 [EEMHHE

3-8 Jy NKBN Al 5Bi-NKBN W&, FEMLLF AT TLRE %
&, HA I Te. dss. p @600 °C. tand @600 °C. AN E . Bk B A E
12 W BE 1 R P R 3 P ZEL B, 3t 3t 3 BH A s D) 356, R ) T ARAROR, 255 1k e
BRI G5 R ELW], SBi-NKBN P % BT i i i B i AR Bk, FEDRFFE i Te 19
RN, dss FIELIA AL RH 2R BT ARRAT P d i, 9 . tand R 25 A ik B2 0 77 76 ) S
[ REA% . EAR SBi-NKBN ) Te 7 T T B, (AT BE IR FFAE — M= 7K1 651 °C.
BRI Ab, PR T 2 R e B A SE R R h R B R — AN R R —.
N TS NKBN 7E Bi SRECIRZAS I R e 1, X BT B B A it gE AT IR K b 3
—100xBi-NKBN Fig &1 das B IR IR T e B ARG 35 40 ] 3-9 Jom - 45 R 3& B,
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FITH B EEAE 1) das 397 600 °CHYIRE TR . EMERIE, SRR EX
# 600 °CIf, 5Bi-NKBN F#EH] dss (XEA T, TREF T das HILRIEHI 97%. 5Bi-
NKBN P 1) e B R A #vER e P i B2 e T RE & T B i 5 RS (1 45 4 L it A
EEPIRE PR TR . [, CERF Bi & &4 1 #gase M s i
BHIHEE .. MEZ T, NKBN fE 600 °CH ¥ dss SNUNFIAAE Y 67%. IXHIER] T
NKBN 4T Bi #R& R T AT AR KSR s B R i i #viz @ 74, 9 NKBN B
FEL W 8 7 e il AU 1 L B T R A IR

T,

C -
700, x=0

| x=-0.05

‘0.0 .
tand @600 °C p(Q-cm) @600 °C

3-8 NKBN #1 5Bi-NKBN [1] 55 ik

N
(=]
T

d33(pC/N)

—a—x=0
—e— x = -0.01
5} ——x=-0.03

—v—x =-0.05 !
——x = -0.07 \
of x=-0.10 »

0 100 200 300 400 500 600 700 800
Temperature (°C)

K 3-9 —100xBi-NKBN [ ds3 BB ki 7281k
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3.4 KB

I A AL AL )7 NKBN J s B BE kAT 20 70 9%, R FH A4 s ik
JRIIE BT Nao25Ko25Biz.sNb2Ogiawz 3 s HLE B . XRD K E 45 R LW, —100xBi-
NKBN F#1E Bi S 25 1F N S b I A in . 38 ik P % B SR 36 11 1) FL T4 37 24k
PG R I R i S5 A B0, UL B be st R, EAh, 8id XPS RAETHE 1
EANIREE, RITE Bi SREFM FETIIRERIST . fEATA MR+, 5Bi-
NKBN HIZEEHRERUT, dss ik 20 pC/N,  HARERE R S R BIEE N 651 °C,
DAJ LA B I B FB B, 7E 600 °CIN 24 3.3%10° Q-em. (A AR, 2B
KR PES 600 °CHY,  dss TSRRFFVIAEAE N 97%, FAFaE AR TR K4 .
X R N R NKBN 56 F B e e RE SR A T 97 i %, o8 NKBN 2
i 8 A vl U B B T B A
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5 43 A/B HIBX} Nag2sKo2sBia sNbaOo FEELEF R4 GERY

F

4158

WERGE M ERHAR (BLSFs) HAE S fE BIRE (500°C~950°C). RAiF
(RIHUE 57 VEFN 5y e 2 S A0 A, 2 — PhAE A A& 1K il b K. BLSFs M kL
FF & AiRm A58 T LS gt (R - s E . B T80, b
T AL RS, N HEH T AN E T (R BRI
Tt 037 SN R AL 1) 45D AR UATS . FE A 2 M B SR 45 H T HRL B M R
Nao 25K 0.25Bi2 sNbaOy F 081 1 i Pl B2 A B AT v i BRI v PP R DL K 224K
FAREEM RUZ BN 2 R AR, T BRI BRIE a-b “FTHIN, 350 BLSFs
PR B R A U TS, HA, B A M52, B AL PB4 A/B L
B34, T LU B0 BLSFs B & i s el 800, 4% Nd** 5]\ NKBN i
B A DL, das B Qu BRI R E LS, UK tand HRAEMI R ITREAL, Hrr,
Nao 25K025Bi23 Ndo 2Nb2Oo £ #0345 1 5 K[ d3 355 24 pC/NVECK ) Qm N 2449
DA AR tand (0.40%), [FI I8 B A 5 m  FE HLLEE T 4 632 °CIBY, Wang &5
N 2 4 e, i 7 NKBN Fig 28 ) B A7 45 N\ Co203, J& LR BE T PRHFAE 659 °C,
d3s AR MR RN 23 pC/N. BIRHIZE, dss E 400 °CUL_ERE KIRE T 23
HH TR T B Y B B[R, NKBN R P 8 1) e FE PR RE T 0 35 3 =1, {H NKBN
5 W e 1) T PR R 1 R AR E MRS Nl R R ERATET RN, HRTE A A&
JTVEAESRAT BAT & R B[R] SRAF0 R AR e VE ) NKBN &P % . DT
I FE R, Ce BT &k BLSFs P&k i PEREMY A A1 &0z 7). i, Ce
B 5 NFT AN BisTizoaWo.03TaoesOrn MBI AE RIS, AT 38 T AR AL T
KAEHRMERE. HA, BisosCe004Tiz04Wo.03Tao03012 PRSI das B mN 17.2
pC/N, 5 BisTi2.04Wo.03Ta003012 PRSI dss AHLEIGIN T 25%82, b4k, B s
J& BLSFs Wi & 7E R FF i T 1 RIS B2 i LM BE I 200735 4R, H AT C T NKBN
SR AP A/B A5 AR SRS S P B AE R . WA R R FL 2 M B 0 S T P 4
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o Uk, ASCER Ce M1 W B TAEABRITER, FHMBUC A A1) B &
TA B LI NO BT, EIE R A LB AITER Ce MER, SRR G RIZE
il % Nao 25Ko025Bi2.5..CexNba, WyO9 (NKBC.NW,, x=0.01,0.02, 0.03,0.04; y=0.02)
JEHP R, REH A/B AILEXT NKBN B R BFRR M. Eitkae. b5
T SE IR o

4.2 A/B HIZXF Nag 25K o25Bia sNbOg FELE IR 2 A 37

4.2.1 BRIXEEH
NKBN F1 NKBCNWo.02 P () XRD ElHE M1 4-1 (a) fis. KILTA W&

FE S AT S 0635 5 AR E R B AT G (PDF#97-018-6933) fR¥F—3L, JEKRIL
N A2iam AT 4R . 3 H NKBN F1 NKBCNWo.o M 7 1 % K AT 5 58 EE 1 M

(115) &, 5 BLSFs IfEATHIE (112 m+1) {550 8, F@if, Fram
NKBN HI NKBC.NWoo M BEAE S A I ZRIE, RIA 5 AR, B4
F Co/W CANHFY Huk N NKBN &t JF BARYE B 7L ltt (Ce*:
1.143 A, Ce*': 0.97A, Bi*": 1.17A, W*: 0.60A, Nb>": 0.64A), Ce F1 W %
ABEN T NKBN Fg %) A A7 A0 B iz, S HC S NKBN Al NKBC.NWo.o, P ZE2EAH
841, pbAh, fnkE 4-1 (b) FizR, # NKBN Hil NKBC.NWoo % 1) XRD I3 1)
HT5 A 20 M\ 29 °TBCRF] 30°. FTLAKILBEE Ce & &AM, (115) WERTHERKR
(BN 2 (R AT S5 A7 8 [ 5 v ) A BE A% ), IX R W] 5N Ce/W 5 -3 B0 AL 4
XN Ce/Ce B TR (Ce¥: 1143 A, Ce*': 0.97 A) Lt Bi*" B 1
12 (B 117 AD /N, i WO ES T HI48 (W2 0.60 A) bt Nb™ B 712142 (Nb*:
0.64 A) /N, X —45 55 2 BT ARGE A 7755
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(a) (b)

)

(115)

(020)/(200)
(2010)/(0210)
(315)/(135)

113)
(008)
(0010)
(119)
(208)/(028)
(220)
(0014)
(1113)

I U P S
N O ST
T T ]\\
i JL___L ) S Aok ANKBN
20 215 3I0 3I5 4:0 4I5 5I0 5|5 6029.0 29I.5 30.0
26 (Deg.) 260 (Deg.)

4-1 (a) NKBN Fl NKBC.NWo P %1 XRD i, (b) NKBN F1 NKBCNW 0 M % 1)
XRD ERERTH A 20 M 29 UK H] 30 ©

i 8 PR — ol ) P 2 SO RS SR FE A B 3 1 R0 AR 5 4 L Ak 22 )
HEEHAR . R BREEMET T, RS S EEEN . e
FEDRHSOG I EUR KRS 4> FHR3) . i IRa) . P RRIE MR IE R . Wk
4-2 Fir7s 3 NKBN A1 NKBC.NWo.0o W B H7 2001 . 7E 624 83, 112 178, 216+
267. 432, 561 1 839 cm ' AL 1] LU SEBIW] B 4R ENAE, X BLROGHE R EmT 40
=ANXIE, 738 A-sites NbOg /\MIE. Nb-O. £ 50 cm ' % 250 cm ' Y A,
83, 112, 178 #1216 cm ' AbHIL T BB R 20, XA M T A ME T
Na. K. Bi LK EIAH Ce 5IHEHIFRSN . NKBCNWo.02 F % 13K LA AT 7] T
EARMmAS, XEHT Ce HIFE (140.12 g/mol) b Bi K& (208.98 g/mol)
No T AT Ce/W B4 51 BB A IREN, K4 BTA P EEAE f7E 250 om |
~ 950 cm ' A R OGS E 2 F D 8 AR AL Y i T AT AG 2555
&, HFRiEAve~v13, WK 4-3 fir. BT W KB4, 5 NbOs /\ AR 2E A1
KRB v8 A vo HRBNEEA R T RIS TR, RE W IS T IER
FIBGAREOL, HeAh, BEE Ce LRI, v10 Al vi1 BRAESS, [fifE 835 cm™ &b
i v13 BEAS SR, U] Nb-O 8 bt & 4= 7381k .

-

il
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Asite ' NbO; octahedra’ Nb-O bond

8 % —— NKBN x=0.03
8 T ——x=0.01 ——x=0.04
RN ——x=0.02 >

Intensity (a.u.)

100 200 300 400 500 600 700 800 900
Raman Shift (cm™)

€] 4-2 NKBN 1 NKBC.NWo.0p M 8¢ (147 2 1%

Intensity(a.u)

V2 V7 V104
VB vi2

100 200 300 400 500 600 700 800 900 1000
Raman shift(cm'1)

Kl 4-3 NKBN [ % ) 2 7 I 40, 5 Ot 1k
4.2.2 M AZSR
WK 4-4 firoR, FEBLT NKBN Al NKBCNWo oo M ZERE L E SRR T3
Hilsl. NKBN Hl NKBC:NWo.o2 M B35 S I 2 1 AR G54 1% @ RN TE i AR
Fnd R v, AN [ it T ) 2R THT H HH BE AR 7E i35 72 5% W T BLSFs LB, (Bi202)*
JEH) a-b P CPAT T ARG BFIHD R H B R, MEET ¢ #r-F
I H H AR R AR ARG, SRR TR I E R RIS 77 T P
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K, BILERRLAE a-b P B AR BE TR, TERCT ROIREE 0T8T, ghsh, By
A IV ERE TR TSR, TC B R FLIR S BRIE o A 1085 X T s F g 2 1) 2
Uit 4> HE, NKBN il NKBC.NWoor # i FAHNT ZFE AR 4-4 (O Fow.
BT R i AR 25 B2 KT 94%,  ULHAIESE 1100 °CIE ARG REIEFES, |
—BREPREIR LS, SRR IR, IF BT RRAE RAUR A H BLFLIR 20,
HBEE Ce/W [5IN, Sl RS R 35 B2 Bl kg, 3X AN 25 58 5 HoAth e B
B LA AR, X AR BT Ce/W B FRK T A RE R 5] NGREEAN
LA S S e A 8 11 AR 2 AL, A S B AR SN S, T 2
58 T MBI bedk e 1. R, Bi MIHERIRGE T ¥ BRI BN 1508, A
S 3 NKBN F: 8 % (1) o A K g% - k4t B Bi 74 R 00 A A 2 0 1 b
NKBN i [l B2 1) o U] 15 oK% 931,

(€)x=0.02 .—

(U]

@
<

Relative Density (52
EER- 2R 4R

NKBN x=0.01 x=0.02 x»0.03 x=0.04

K 4-4 (a) ~ (e) NKBN Al NKBCNWo.o2 Fif BAF s () HAAR T BB, (F) NKBN A
NKBC.NWo 02 P BEAF i AR 5 2

4.2.3 BELEH

J L B (PEMD REWS B LA Sk I 45 40 1A sy 73 28 SR AR AL 77 1]
SR RAR RPN T B A R SE K AR, AR SR AT Gwyddion B xS WiAs
e G FEAT AL 2 . NKBN A1 NKBCo.02NWo 02 Fi B ) PFM iRl FHAH A7 73 73 2 B 4-
5 (al). (a2). (b1). (b2) Frw. TSI NKBN FF it ) 14 25 14 S A
HITEAR, I HRSF RN BRCKR S CREE2 KT 2 um) . 5 NKBN B it i LE,
NKBCo.02NWo.02 e B FWE 2546 A 2B T WS AR 4L, NKBCo.0aNWo.02 e B2 W 45 4

36



RT3

B AP ROR RS 1 7 EE R Sk, IFAFAE BN IR o 4085 RO/, P
FEATE PN S A WA B S R S o AR TR, R L W A Y RO RN B K
WA e s R DA Ok o G /NI RO A B TR s I LR RS, RO/ RS [ 5E
B ARSI RS N TR A SR e o A, WEEESESRE RN, SRLESNIN IR 1R
FITR, WhEERT LASE 25 ) R il il o BRI, AT DAA BEHIHEIRT, NKBCo.0aNWoo2 I
oot 1) P FELPE BE PR B2 vt T R W 10 RS D/ R P58 48 o6 B o 7 5 A e
HHHEA . XEY] Ce/W B8 W LI, NKBN B &G4, A m 2k E

P g 198-100]

(a1) 224 (b1) [ESE 87.7
150 60.0
g g
100 40.0
0 0.0
360 (b2) 360
300 : 300
250 250 @
2000 200 O
150 150
0 0

4-5 (al) NKBN F&EM#RME, (a2) NKBN F&ERIAHAL, (b1) NKBCo.02NWo.oo M %8 (1)
PR, (b2) NKBCo.02NWo.o2 M BE AR AL
4.3 A/B FHE3F Nag 5K 25Biz sNb,Oy FEE M BERI RZ NI A 57
4.3.1 SrEafERE
f£ 1 MHz (8%~ NKBN Al NKBCNWo.02 BB e Bl AR 35 G K]
4-6 (a) Ii7x. NKBN HI NKBC.NWoox M EEH & £E 2RI 2904 220, iR TS
F) 650 °C A, FrA HIFEEERE G 5 I 1 WY i) FRE, X T s R M A
BENER AR AR NIBEEAE,  E R G, AR AR 12 Hoeb, S
WA St 12 PR ik 52 g s P B B AR ) J LT o AL WS R I, AT e B A ot ) J B
IE (T ¥I7E 650 °CLA L, F£WEL 5IN Ce/W 57501 5 1) NKBN Fig & A75 fe
TRFFE BRI JE R Teo BLAL, WEEH] NKBCNWo.o2 M BRI FLIELE 500 °C
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~650 °CE T, XARetS Ce/W 45 2% 51 St b I s AN 7 TE Fr At A SR 31, it
bb, R HL B AR A B RE 2 A R R A R R B E S 52 —, NKBN
HITNKBC.NWo.02 F %21 tand BT E ARG EFWE 4-6 (b) Fis. Frf BBt
miff tand 7E 25 ~ 500 °CHLEE IR LV N RFFAH RS 2, iRy 500 °Ciy
NKBCNWo.02 B %] tand {IK T 0.06. it 500 °CHf, A B B 1) tand 35
PRI RS 5 RFR I, NKBCNWo.op M B 5w 10 JE B RE 1) ) P
A TR/, O NKBN J i Fi P B 7E il ST ) I FH B T R s (1 i

(a) 800 —Ren : {blo 8 —— NKBN
x=0.01 : =0.01
700 [ e x = 0.02 : —; =0.02
e x = 0,03 : x=0.03
| x=0.04 ) x=0.04
600 @1MHz : L2 @1MHz
1
w 500 ! w0
! E 04
400 |
| 0.2
300 I
I
200 : 0.0
1 L L 1 'l 1 ! L 1 L 'l '} L 'l L
100 200 300 400 500 600 700 100 200 300 400 500 600 700
Temperature (°C) Temperature (°C)

4-6 7£ 1 MHz {4~ NKBN H1 NKBCNWo o2 i % B iR FE ARG e AT tand

4.3.2 EAFHMRE

BEL B BT 2 B S PUI SEHE (2D AR, B (2 VRN 2T
fi, BENS B H R IR AR FBE . HA AR AR T BN A AE R i A
PRBTEE, AT RAR N FRAEARL Y B e R AT BN, A RA I R R AR (it 22
#AE . NKBN #1 NKBC.NWo.0 Fi & ) Z BT Bl AN 4-7 (a) ~ (e) Fras, il
IR VG N TE 450 °C ~ 550 °C, [AIRE 50 °CIIE— k. @i Mg K ILLE 100 Hz
B 10° Hz SRV AR PR R BE A oot BELATTE FHT 28 110 SI 0 A0 R 8 2 [R] ) 5% SR I R
N—AIE. M Zview A, FIHIEAS R-CPE F %0 B BT KB #EAT 1005
PR E BCEAN BN, 2] NKBN F1 NKBCNWo 0o M 2 RE S R AT 9T RE T 3
RVR T SRR o BELAT DL 1 2 5 7K~k (1452 s B o U P P v i ) S5 R 30
] 7 W P, OEL e i 5 P T v a0, U i L 5 i B8 R SRR S L 04 AN SR 2
HT Ce/W BRI TIN, R TRE. R, B Ce & & MM Nz Wi dbe
EILEE T RS, BT REMEF TR Ce BT (B0 EHH Bi*,
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M T IR EET . S T B HARHE 73 Ht NKBN Al NKBC.NWo.02 i % 1) HLBHL
B B A, AR T A L AR 200 °C ~ 600 °CHE il 4 (1 L R,
K 4-8 fitm. BEEIREEHOIE N, B W B b 1) LI PR PR 26 B A IR 1 T v T
B, FEBH SR RGO, X TS B A SR — B R s R I,
£ 500 °CHf NKBCNWo.02 M B2 1 ELIA HLPH 2R B RE4EHFAE 10°Q-om 24, EIEAE
il A REAEREE N B FEPE 2R, 3X 0 NKBN A HU P % (1 B 2558 T R AT

1) 5L o
1250} (a) 1 e | 1501 (b) R1 s he| ™rE@ R1 D
CPE1 o CPE1 g CPE1 N e
o 525°C L * 525°C
1000 ssc | 120 S| % <« 550°C
o ~Fitting e Fitting e Fitting
g 750 NKBN gso x=0.01
N 500 N 60
250 30
0 . R f 0 A i i i ; 0 : i i
0 500 1000 1500 2000 0 50 100 _150 200 250 300 0 50 100 150 200
Z' (KQ) Z' (kQ) Z' (kQ)
= 450°C = 450°C
120 (d) o s a75°C 75 (e) o a :75 “c
v 500°C v 500°C
CPE1 + 525°C 60 CPE1 + 525°C
90 <« 550°C « 550°C
«==Fitting s Fitting
a x=0.03 ~45 x=0.04
g 3]
: s
N N30
15
. \ A K 0
0 50 100 150 200 250 0 30 60 90 120 150
Z' (KQ) Z' (KQ)

& 4-7 (a) ~ (&) £F 450 °C ~ 550 °CHti [l P4 [¥) NKBN I NKBC.NWo0o P e T FHL 7L I

1013

1012
1011
ﬂ-"-1010

200 300

4

00

500

600

Temperature (°C)

] 4-8 200 °C ~ 600 °C3t [ 4 ) NKBN F1 NKBCNWo o P 8 B HELBH 2
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BT 2 S I R R T IR S B MRH G B b AT, o T e
54957 NKBN I NKBC,NWo o 42 [HI7E U2 PE B2 (1K 5, 72 450 °C ~
550 °CHIREE P, IR 50 CCHRER— MR, BT S % R 4-
9 () ~ (e) . NKBN Fl NKBC,NWoon M RRE R 2R 30 B F AL 851
A, X BBE T HTSC R 0 B R-CPE o BB i & FLRED0S 106, i
T BERGTH G, FIAT Wi R B FO R G FO W LR W RS W o 8 5025
Boo SRR RETF 8, BRESRPR BRI R T AR, A Tk 1%
BT « 255, HR4E Arthenius %5, MTRIIA ¢ BT ALk
e,

E,
7= 19€Xp (m) (4.1)

Horr, oo NIREUIA T, ENiEtLRE, Ke NBURZEZHEL, TONRE, BT

JET s 7 A2 /0N 3 BUPH BTG RN I 1) 5t BRI fretan 4% LA R R A1 0T A1 RS 5 -

1
[ = (4.2)

elax 21T

BT JE S B o R 1T 2] NKBN A NKBC.NW 0, B % 1 5th FRB0E BE
i 4-9 (O FroR. @RS Ea KTEHEDY 1.23-1.43 eV, WERVMEZEES
S LR A DRI 1081 S i T AE M R e 2 T R TR B 4 R S B T AL AR
S AR A JEBE T DU BA R A 2 i R R R

2Big; + 30, =2Vg; + 3V}, + Bi,0; (K% (4.3)

XAt — U] 7 NKBN s U AR il R 45 & Bi K, 7R

o A3 EY 21109 1101
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800

® Tme] [T T

60k * 475°C

600}
g
Z400}

200

10? 10° 10* 10% 10% 102 10° 104 10° 108 10% 10° 104 10° 108

Frequency(Hz) Frequency(Hz) Frequency(Hz)
- = NKBN E, =123eV|
5F (f) s x=001 E,,:=1 41 :v
4 x=0.02 E, =1.39 eV,
* v x=0.03 E, =1.31 eV|
v * 4 x=0.04 E, =143V
4} z - Fitting
H W -
N 2, 3
2"
10? 10% 104 10% 10° 102 10% 10° 10° 108 1.20 1.25 130  1.35 1.40
Frequency(Hz) Frequency(Hz) 1000/T (K™)

4-9 (a) ~ (&) NKBN Fl NKBC:NWo.o, B BBz i S M 2 (B[ &, (£) NKBN
AT NKBC.NW .02 i 58 F B R REF B P3R5 1 P 22 TR ) 5% 7

433 [EEBEEE

NKBN Fl NKBC.NWo .02 Fii % 1) e H R B 1] 4-10 froR . Gl gk i, F)
FI Ce/W L4575 515 NKBN BP0 i R EL (dsy) MEIREMER, A
Ce SR MIHIIN R ILSCIG ISR, 4 Ce TR AT EET 0.02 B, didy
Hiit 24 pC/No Hrt, NKBC 0.03Wo.02 ] dss I E 5 KAE N 25.9 pC/N. dss 18 5%
W RE 58 B BE LS A A OC, 5 ESCESE IR A I A BT — B BbAh, RAFIRI#
Tt o M TR T L) 5 e B E 2050 5 11 T V0 Bl P AR e A 1 s P R, JE T
TRPREE T A 18] CAE, RES IR OR U0 #& RO AT SE AN I 1. DRIE, 3R R R e
AR E MR R HEL, NKBN Al NKBC.NWo.o M B das TE~ 750 °Cilih 5 i Fl
(IR K BRI 4-11 Fs. SIRFEFH A 500 °CI, NKBN M das [
11.7 pC/N (ORI 70%),  TAEAA Rl AL PR 25T, NKBCo.0aNWo.02 M B
ds3 PREFAE 20.5 pC/N CHILYILAIE ) 83%), NKBCo.02NWo.o B % 1) #4Ea 2 158 2
T REMR R AFRE RS S T B HTIEE M Ce 548 NKBN S8 4451
KA M AL, (ERERE TS 583, MG Y IR TR it AN LR S
A EMELE S H &, NKBCo0oNWooo NHRALLLS
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25.9

N
[«
T

25.2
244

N
i
T v

18.5

-
(=]
—

16.6

-
»
—

NKBN 0.01 0£2 0.03 0.04

4-10 %5 R f) NKBN 1 NKBCNW o2 B & 1 s HL 2250 das

30

—a— NKBN

—e—x =0.01
—a—x =0.02
—v—x =0.03
—o—x=0.04

N
(3]
T

—
o
T

1 i 1 i 1 i L i L i L i 1 i 1 " 1

0 100 200 300 400 500 600 700 80
Temperature (°C)

&l 4-11 NKBN H1 NKBC.NWo.02 Fij B2 1] o33 A6 18 Il B2 T i AR 55
4.4 REINGE
K HI A% G (0 [ A A BV & T — Fh 37 B B Nao25Ko.25Bi2.5.CexNba, W, 00
(NKBC,NW,, x=0.01, 0.02, 0.03, 0.04; y=0.02) F:JEH % . iHid XRD. SEM
PAShr ot isiliat, S5 RKW, Ce/W 737l N NKBN %L g E M) A f7F1 B
fr, HFFTEREK, e TRESEE. £ PFM B R, RIUET 5]
A Ce/W BT AT AGHML NKBN J He H g 8 (1 Bk s 5 4 o i 70 M S BE 0 I
KL, FHIMER S ARG A G R P ERE S T, NKBCo.0aNWo. M
ISR A HERE BT, das BB N 24.4 pC/N, 3F BLARREE B R 0 E LI N 670 °C.
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EAERERIE, dss (E 500 °CIFR K 2h fREA T dss HIARIE R 83%, HASE MRS E
TRFERIRG . AWETT)Y NKBN 5 s #E3RA5 wm  r PR AN R A Az g 1t
PN T — el Ba AT 59
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% 5 & A/B XBiE1E B (LI Nag,5Ko25BizsNb,Oo FE L5 4
4 gEAY =20

515318

ERZOIRGE MR B AR (BLSFs) R A R (1 Wy B4k 2 PSSR T il 14 IS i ¢
SRR, T N AU AUR A RN [ B Tl A A,
B0, FEMTEHR SR, 97 I CHURSIHLI TARIRES, A28 7 E R K3
PLEORTE, B MBS 75 EAE 300 °C ~ 700 °CHITEFE P TAEN 2, WAl
) FH 5 P H AR X Nao.2sKo.25Bia.sNbaOo F TG4 s FL P 28 R S5 44« FiL 27 R 27 o ik
YW, o5 BRI SRS A21am, £ 650 °CLL TR REFERHTE. 48
ifii, NKBN S&J& PRI T BLSFs M[E A IR, BIE R REIE a-
bV b, XESECT B AR, @, LR BLSFs MIZH A 7 5]
AL (W1 Ces Lay Er %§) AI LA Hs 2R RIS 1M, 5 — 5T, il e
EROIRGE ) R L B AL N BT (Bl oL T’ Nb¥. TiY4),
A DA g A1 R 2 A AR R 8 v B e R 4R e i R R USSR RIS, AR
CaBiaNbyOo P & H HEAT W it 3245 44 7] LA BR 1) 58025 7 R BR HE sl sk B A3 AR -, AN
1713 428 7 FELBELRI o7 5 LR « W R34+ 4 CaBiaNboOo ) 5 1 1 L 2 B a3 B9 T 20 2
B, BEA R m e eI, EZ arimscd, RE@ESBE A BB
B R CAH RIS T R rERE, HmiiR e v 7 2l — 0 e . ki,
A/B HE45 % S0 AT LT RO AR o R LM B A R e M, O FLAE R R P R R
HBEAT THHOCHIBEFL . E CaBiaNbyOo JE K HIF iR R, I FIH CerW L4
RS, TEHEBEENTERS R T RE MRS, T CaoosCeo0aBiaNbiogWo.0209
(1) ds3 75 B RAE N 13 pC/N, HEBEZAE 500 °CHFIAH] 106 Q-cm, I H. ds3 7E 800 °C
R JGRFE N A 2SR TR, HA BT e T8, Jeong 45 AR A Nb/Ta 3£
524 S M BisTisOn P&, 244524 0.005 mol Nb/Ta i 3543 1 & K das N 25
pC/N. Blml Te A 690°C, DL REFHIFESENE (IR KIREXE] 600 °CoE ds3
B LR FFVIRRME 1 90%) 1200, M4 L IRHRIE , A/B i 3LiB 4 SRUE AR T das,
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ifi FLid g T AR tE. B, ARSCE#E Ce M1 W BFAENBRIGER, H 0
A L BT B AL NO* 8, il s B MMB A0 W NS &,
S P A 52 82 35 R T 1) 4% T Nao 25Ko.25Bi2.5.CexNba, W, 09 (x=0.03, y=0.01,0.03,
0.05) JEHPEREN, RAWI A/B Ai3LB X NKBN = IGH H H e % ) 45 14 Al
PERE S (V150 o
5.2 A/B HIZ1EHE B iLXF Nag1sKo25Bir sNbOo P LIRS N AF 57
5.2.1 BRiAEEH

NKBN H1 NKBCo.0sNW,, Fi & 1) XRD Bl a0 5-1 (a) ~ (d) Frax, BIELW
SR T P RS ) SR TR A 1) T S AR IEAS 5, MRS B SR B (JCPDS
N0.97-018-6933) LrFF—F(B4. KWBIKITTR Ce M W 4375 D145 N NKBN [
A LRI B A7, MRAEE PRI EE (Bid: 1.17A, Ce**: 1.14 A, Nb*': 0.64
A, WO 0.60 A), iX—25 R 5 TUHES B — 20, AIE R T NKBCoosNW,, 3 %
N T RS> HT NKBN A1 NKBCo.osNW,, BB I S g 44 JFALE . s w4
45, FIH Jana 2006 FAEAURF A2iam 23 [ FEXT FL P ERE S S5 H3EAT T XRD
&. NKBN 1 NKBCoosNW, Fg&ilid XRD 45515435 1 BAR M & S50
i, IFRGEER 5-1. B THER BT FER T Rup<11%, R, <8%H Rexp <4%, X
— 45 R XRD W25 8 5 5200 B0 = — 55, R 1R 3] T R AR (9
&, BARBER TS AR SR L M R A WS S T, X
AT WO BEFHER/N T NOT BT 04 BT A, TE28 & i A 3 g o
B a/b AEF R SR G FERE . 24 o/b FIHLEEEE T 1, B0 SR i A2
ORERERR/N, WS 1B, S AR (R B BRI, NKBCo.03NW,, H
BEH) a/b LLAEIIR T NKBN 1 a/b Hfl, KB HT Ce/W 4378, FENKBN
P WRAZ I 0
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(a) NKBN Obserned (b) y=0.01

Obserned

—— Calculated - Calculated

Different Different
A2,am i A2,am

FUURTEE S TR R R LIRREURRTE L U1 EE Y | Ll
—dt—+ — et

10 20 30 40 50 60 70 80 90 100110120 10 20 30 40 50 60 70 80 90 100110120
20 (°

20 (°)
(c) y=0.03 Obserned (d) y=0.05 Obserned
~—— Calculated Calculated
Different Different

A2,am A2,am

LR U DR R RREARL B L L

1‘0 2‘0 3‘0 4‘0 5‘0 6‘0 7.0 8.0 9‘O 1(‘)01;0 120 1.0 2l0 3l0 40 5‘0 6.0 7.0 8l0 s;o 1(‘)01;0120
20 (°) 20 (%)
P 5-1 NKBN fil NKBCo0sNW, Fi & 1] XRD F512 K

%% 5-1 NKBN Al NKBCo.0sNW i & 1) it A B0t A i 2800

Compound NKBN NKBCo.03NWoo1  NKBCp.03NWo03  NKBCo.03NWo.05
Crystal system Orthorhombic ~ Orthorhombic Orthorhombic Orthorhombic
Space group A2iam (36) A2iam (36) A2iam (36) A2iam (36)
a(A) 5.4833(3) 5.4868(3) 5.4863(2) 5.4857(3)
b(A) 5.4758(3) 5.4748(3) 5.4788(2) 5.4774(3)
c(A) 25.043(1) 25.031(1) 25.038(1) 25.029(1)
V (A% 751.91(9) 751.90(11) 752.59(7) 752.06(10)
Ruwp (%) 9.39 10.56 11.01 10.80
R, (%) 6.85 7.73 8.01 7.97
Rexp (%) 2.64 3.07 3.24 3.06
a/b 1.0013 1.0022 1.0014 1.0015

5-2 & R 7 NKBN A1 NKBCo0sNW,, 7E 40 ~ 1000 cm '35 250 Bl 4 17 20k
WE, Mg AP NKBN 1 NKBCoosNW, FEAHE 62, 178, 216+ 432, 561 Al
839 e b H A BRI A PRSI N T LR T AR EE R AR, RS
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W 2Z R B R Z RIS AT TG, JRIBIT PeakFit R FTA FE i 10 h: 2 itk 43
N 1T ARG SRSL IR U o X e v gt AR SCEE R O AT I S5 A4 6 B, 3720 BT NKBN
Fi 2 EUEE Ceo/W LB THE W S &ML, WK 5-3 iR, XEIEAT
62+ 178 216+ 561 #1839 cm ' /& A7, MARINE| i iARIC Y vl v5. v6. v10. vll.
v17. H45 BLSFs [E5aHrE, v — BT NKBN Fig g i (Bia02)* = 1) BIP k
3, AR (V2 ~v5<200cm™) XF R FE5EEJZF A AL F (Na's K'y
B HIHRED, TR (5200 cm ) TIRER T NbOg J\ A (1 4 #F 4R 5
(811221230 B TR I, v1 BRSNS A K AW AR, A% Ce B AIIFEA
W] Ce FEIURA AL EH) Bi, I AZ(BL02)* EH Bio FERAIRENE
X 178 em™ (v5) BN B R IAL ) IR ANE A W%, FIRER M THBRITR Ce i
AN AL SR TTE v6 Al v10 AbRIHRENE A AL T B A%, X2 H
THIAIuE W HULT B FL7CE M Nb BT 3801 NbOs J\ AR AS . Horr, vil,
v17 REHRENIE A A T BB, X BB T B4t E W HUR B
B, 5B\ AR IR 52 1) Nb-O B R 48072, @it 0, H8 it
555 XRD 73 H Y dil i M A 8 SR — 3

[
A site v

L
L]
5 : NbO, octahedra Nb-O bond
e / \ E= 0.05

200 400 600 800 1000
Raman shift (cm™)

& 5-2 NKBN Il NKBCo.0sNW, [F)4 2 ;i
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75 185 225
ol V1 vs ve
T ~180 ~220
G 65 E E
E g S
» 60 175 £ 215
g c g
55 £
5 E170 E 210
50 4 @
5RKBN 001 005 005 ' WNKeN o001 003 005 2 \ken 001 0035 005
y y y
445 575 855
V11 V7
_aao} V10 —~ 570 _850
E
Eass 3 565 Saas
£ £ g
=430 % 560 7840
& 5 5
425 5 555 E83s
]
® 420 550 830
415 545 25
NKBN 0.01 003  0.05 NKBN 001 003 005 "2 NKBN 001 003 005
y y y

5-3 NKBN # NKBCo.osNW, [FL 0 F i W B4 m 12N
522 FEHEEH
NKBN H1 NKBCo.0sNW, Fig & ) H S8R [ 12 3 0 41 i s 1B, i ] 5-4 B

A DAL 38 i A7 W B il 1 ot 52 I EH D 8 R R ), X2 PR (B2 O2)* R 1Y
a-b Vil CHAT T RIRER B 1D R E HeeBdR, mEET ¢ Tk
BB e o AR A A AR PR, WA R T YRR T B R BRI A T P A
PRI ARREAE a-b P T AR AR, TR T EIRG M . XFIES S BLSFs 1)
BUORRRAEOR R — 22 1200 Sl SR I, NKBN 1 NKBCoosNW,, Wi %8 () H 24
RIATEHTC YR FLIR GG, St sy, RYIRBER MRS T EE. 1t
4b, NKBN Fg&EAE Ce/W HBRERERK T HERK, HEEZRITRE W
IR SR RO AR ANB S, I HAB 28 B9 NKBN 3 s H g 8 Ao A8 AN [R] 2 70 2
[T b 22 s, KRBT ER W BIS EX R AR K BN o L
AATTREIE T Ce/W LB IR BN, 15 7% FT B 38 At AR S5 A6 BN PR, A3 97 L
HRG, R, FBARBESTRIE, AR T SR8 A4 K200,
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fr, HFES T ARAEK, fEm TIRESCERE. £ PFM RS R, KI5l
AN Ce/W BSF1] LA4HL, NKBN P % )2k s G 454 . 3a i 43 52 B0 T R 900,

56



RT3

T IR S S LR G . FERTA MR ERE i, NKBCO.0oNWoor M5 25 &
VERE ST, das BB KME N 24.4 pC/N, I HARFRE B = R B E N 670 °C.
EAFERIZ, ds3 78 500 °CHIRK 2 h TREA T das WIARMA T 83%, #FasE R3]
TREMR G . BTN NKBN 5 g 3R e f e e A R A e 1
PR 7 —FhfE A AT R 77

(3) K AL G 1) [ A S S 4% T Nag 25K o.25Bi2.5<CexNba, W,09 (x=0.03,
y=0.01. 0.03. 0.05) MJi&. PIEREMZIT XRD F1&. S8 BBERLE i BL KR
H SRR T O 25 F 0 F B I T, 45 SRR B, Ce/W 1R 51 N 3 B30t M e A2 1
abl AR, FREREMASIEUE . RENRFERIAEB RS RN, BT CaW 1]
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