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Dielectric Relaxation Properties of Strontium Bismuth Niobate-based Bismuth Layer
Structure Composite Ceramics

ZHOU Kang, DU Huiling, HAO Xingchen, YAO Miao
(College of Materials Science and Engineering, Xi'an University of Science and Technology, Xi'an 710054, China)

Abstract: (1-x)SrBi,Nb,0y—xNay sBij s TiO3(SBN-NBT,x=0.1,0.2,0.3,0.4,0.5) ceramics were fabricated via a step ceramic processing.
The crystal structure, microstructure and electrical properties were investigated. The coexisted structures of the bismuth layer
structured phase and the perovskite Na,sBiysTiO; phase in the ceramics were determined by dielectric spectrum, analysis, X-ray
diffraction, scanning electron microscopy, respectively. The phase transition characteristics were investigated. The results show that
two-layered SBN forms two-layered and three-layered BLSF inserted layer compounds, and subsequently form three-layered BLSF
compounds. The structural, dielectric and piezoelectric properties were analyzed with respect to the influence of the NBT content. The
phase transition peaks shift to a high temperature region, the peak value ¢, reduces and the dispersion degree of peak FHWM increases
with increasing the NBT content. According to the the dielectric response behaviors, normal ferroelectric—paraelectric phase transition
to a relaxor-like behavior occurs when NBT content increases. When x=0.4 and y=1.95, the sample shows the phase transition
characteristics of typical relaxation ferroelectrics. As a result, optimized comprehensive electrical properties are obtained in the
0.9SBN-0.1NBT composition, i.e., Tc=474 “C, dielectric constant =177 and d3;=13 pC/N.

Keywords: bismuth layer structured; diffuse phase transition; relaxor ferroelectric; dielectric properties

B 2 AR &5 /) A Bl (Bismuth  layer-structured
ferroelectrics, BLSF) HH 2854k 2 (A 1BpOsms1 )
SEEUZ(BLO) Y ¢ BT ML AT HES 1T

ek H I 2016-01-31. BATH: 2016-02-19.

HEWH: EE BRI S (51372197):  B§45 ARH A5 141 8L
(2014KCT-04); BkvG44 H Br Al A F i3 H (2012KW-10)

W—EH: O OB1990—), W, Wi

WEEE: HE®R0972—), &, 1, #H%.

R R G AL A TERAT i Curde LB RS L
(IS AR SN =10 e 77 NI )i S A e )
R AR E M, e R A B

Received date: 2016-01-31. Revised date: 2016-02-19.

First author: ZHOU Kang (1990-), male, Master candidate.

E-mail: zhoukangnol@163.com

Correspondent author: DU Huiling (1972-), female, Ph.D., Professor.
E-mail: hldu@xust.edu.cn



. 802 - CREMR £R 2741

J Chin Ceram Soc, 2016, 44(6): 801-807

2016 4F

Sl o T L N FH T

B S5 AT 2 JC A L 2 1F 1 e 34, e REde 4
s, B R A R s R R AT DU b AR G B S s F A
BHIEAR T o B AR G5 MM BHE Ry B fL T8 T
it BRARAT R A R 32 ARG 1 e BRI
HRL A R A FARATR I IRATR I R 8. 4ol
ZAEWFIY, AERCT SR T2y TS T
JRR o T T 2 SR A R 1) HE B 1) R
U BEA,  WRHR Rz 2R KL (TGG) . #AE (HF).
AR T vEs W7 e T — A2 e A R AR s A
B, fnBa*. Ca®'. Nb'. VIR WO A
R K AN i A4 IR R Ak
W8 A e il 3L AR 45 R (Intergrowth  structure) B A 2K
R RIS 2R AR R R A
SR A Ak A AT, Orapim 25 4%
(1-x)Pb(Zry 5, Ti0.45)O3—xSrBi;NbyOg 745 34 i, 24 x=0.1
I, BESh Pk 13.10 pClem?, KT HAKR PZT 5
SBN; 4 x=2 W}, NagsBissTisO15-(x—1)NagsBigsTiOs
EZHTEL T NagsBiasTisOs #H5 NagsBigsTiO; 4
SRR S x=2~4. 600 CIN, FEM dys=
11 pC/N, $& i T FF i il e AR e

BTk, PO A R RE O K A R
R R S R B 2 R G5 AL 5 ) StBiaND,Og 5
AR 45 K NagsBigsTiOs #EAT 2 &, il #
(1=x)SrBi;Nb,Og—xNay sBig sTiO3 (SBN-NBT, x=0.1.
0.2 0.3 0.4, 0.5)H8)JZARE5 R S AH Gt Hs HL B 5,
X N A S R B BRI TR, S eRaE A
F v ] A SRR 25 () S AR S5 A BT A e

1 55

11 H&EEE

K 53 8 [ A e 45 1201 4% (1-x) StBiaNb,Og—
xNag sBigsTiO5(x=0.1, 0.2, 0.3, 0.4, 0.5)5AHE %,
B3 T4l SrCO;3, Bin03, Na,CO;z, Nb,Os & TiO,
4% 5l42% SrBi2Nb209 H1 Nag sBig s TiO5 1424 1 EL R &,
F B S BRAPORG R A ER A 5T, BRES 4 h, B4
850 ‘CHiike 2 h, 3% SrBi,Nb,Oo Fl1 NagsBigsTiOs
(RITIE AT K 2 Pk Rk el JLTRER B . JE
IEF, FEST 1080~1120 ‘Chegh.
1.2 HEREE

FH PHILIPS PW1840 %Y X B £- 41 S o3 ke &5
JERES AL . I FEIQUANTA200 44
R AHBIL SR S R A A AL . ] HP4284ALCR &Y
DA il MR 4R ) it A R R e, AEAS

[FIATR T WA o PO FE B () 5 FEL R (tg o) B
T FE AR 1h 2 R il T A LR BB AR (AR A . 1)
ZJ-3A BUUHEFRES dsz P20 2 H R L dss o

2 EREH®

2.1 tHEMWS R

Kl 1 }(1-x)StBi;Nb,Og—xNay sBig sTiO; B Zhf
il 20 FAAE 10°~70°78 Fil A 1) X 2T (XRD) i
M 1 AT LAE H, BEE NBT 9] N8, o
LT EERE e, IR I T AAH, BT IS
BRA 2576 NBT S0 T PRI AR 25 54 R b AR 4548, %
2 )7 BLSF AL IRAR SN EER o 8 Bt mT LA I :
0.9SBN-0.1NBT £ LL SBN A1 4 3=, bfi#5 NBT
SINERK, fEx=0.2. 20 414 29.5°0 I IEATH
BisTiNb,Oo-BisTi3O1o(118)fiT i 1§, H 5k RE NBT
PR IS RGO, 12 TR 45 NBT 451
N, AE il T 5 AR 45 R 2 1R o 2579 O
B J7 AR EAE S R, ALl B SCHR[14]
B4 (Na,,Biy ) TiOs-—BaTiO; 51 N EA[E, HF % &
IV T R 2R S5 M AN ], a2 5 N2 35%0
BAZIR AR T = 5 Cmm2 2 A BE, LT
BaBisTi;0,7, M5 NTE N 55%M), TER m=4 115523
AR o X532 AR 45 1. 24145 [¥) SBN-NBT
AR, BT NBT i L8550 J2 b g 1 HE AL e R
DY A B Jo2 Do) e e 1 S AR 4% A4 (UN Na 5B sTiO s
Nay sBi sNbyOg), NBT 1] LATE il it it 47 S sk AR 7y
5 SBN JERGHT ISR IR G5 AR o

PDF#89-3109 Cubic NBT=

-~ s =
8 ) = Q ~ -
a
~] | I ] |
PDF#46-0001 Monoclinic NBT —~ 9
—
S g§|IF &8 § @z =%
— Sle =a g 8 o>
— — | oo ~ QY o
ul

il

*BTN-BTO ¢ BTO mNBT
OéSBN-O.SNBT

|
¢ L | ¢ n | ] *
' 6SBN-0.4NBT
R To ™ Ak, v‘um'
o . 4 Q7SBN-0.3NBT
- e " (0.8SBN-0.2NBT
W 'OSBN-0.INBT
_ ~ . PDF#49-0607 Orthorhombic SBN
o 82 S8 ~ =n
ozl €38 55 &8 =
— = ~ o @ —~ _
= | ! L= .~ I~
n L 1 1 L 1 L 1 L 1 n
10 20 30 40 50 60 70

26/(°)

lg[ 1 (I*X)SrBlzN‘bon*XNaO5B105TIO3 IS/@ %E*i l:ll:l%l lfl':] XRD iﬂ;—tf
Fig. 1 XRD patterns of (1-x)SrBi,Nb,O¢—xNag sBisTiO;
ceramics



o5 44 5 6 ]

JE R AR RIRARESLER ORGSR B R s IR e - 803 -

& 2 BT LUE H, B NBT 4153342, SBN
FARTSP BTN R, Bk 2 RARRT S e B o, JF
A ERES, 2 x=04 I, FEMTE 20=26.52°,
38.08°, 42.59°%5 Kb I T AT AT UE,  H o B Bl
NBT 40 9 2 38 K AE x=0.5 I, X LEf7 i
5 BiyTi301,(PDF 65-2527)briftlé A 0T, 1t WAL
it FRBR IR AH 1) 45 R Bt NBT 4143284k o 76 x=0.2 I,
FES I T 1A A BisTiNb,Oo-Biy Tiz01,(BTN-BTO)
RIS, BLWIRES P IERL T 2 25 3 2 BLSF #i)2
SEKIAH, x=0.4 I, SBN AMHIHK, x=0.5 I, Ff i
JEARAAT S8 A TEAZ A BTO R4 06, Bil] x=0.5 I
FES B EDRA AR BTO 1 3 J24B)20IR G514
M, ARG FIAI SR B, NBT AHIMGIAN, K
AT FE AR ZOIRAT AL 4y, AR ZRAH B SBN i
AN 2 25 3 )2 BLSF #iJ2 450, PN 3
JEEBEIRAH . 4 x=0.1 I, 7E 20=32.3°, 46.4°kbiH
LT AT, A R IE SBN [)(020). (220)
MMATEF IS NBT ((110) (220) 5, TS 4 S 4E
—ifd, F W] 0.9SBN-0.INBT JoAt 1 L i i i L&
/DB NBT 56K A1, BRI RS T T 858k 45 74
ARG IAE A R B % . B NBT 1
%, GBS AT 6 B SBN 7 56 U6 32 1 A8 Ay 8ok
FORAATS U, FERA 45K NBT R SR U2 5 1
98, Ui HILE(1—)SBN—xNBT 44 & /1 k#4320 4> s
P, FRRESER G54 SRR 4 R 2 AL, o,
PEERAT G5 R 2 93 NBT [ AAAH , 4B ZHIRAH 4143 B
# NBT 5l AN®=AL, X5EMEEL T 26 &1
Bi4Ti30,,-Kg5NagsNbO3+ SrBi,Nb,Oo—BiFeOs J& Y
JE HL B 25 1 AR A AR AN ]

22 WM

K224 1100 ‘Cleshisc kT SBN-NBT JifitHs HL
K 1) SEM 8 F o M 2 AT LA H: 0.9SBN-0. INBT
T s F B B 1) ok p R IR ARG, i SRR, BEATL
HeH), AR S, AR DR R SR
oo LY P N A I 1 = R (0D: Ly N
ai BT BURLIR ok, I SRR R S
54 XRD i Rulan, FES R RCT 85K 410
NBT. *IF 0.5SBN-0.5NBT JCHt ks HLFE S, dikik
ANZIS [ 2N D PN RSTE R NI Y R PN YA re
FeHEH i, ERUEAREBAN, HILTIRZ /N
T = AR, SR BRAR G A K. T AR
ARG W B BEAEAE R IR R s 1, & 1) St 3 30
FE i B SR ZE AN TR A ) P AE A T e, Y
SN NBT {45/ 72421 Na® (7=0.103 nm)F

Bi**(0.102 nm)HUf& KB T2F4211) Sr*°(0.126 nm), S
BORE S S A, B T O, A ab TR TR
KA, [ NBT 4150267 NBT fiokis
West B 7e 5y, FTLIMOBKO, FEERERh R,

(c) 0.5SBN-0.5NBT

K2 SBN-NBT #5IFg# LI SEM MY
Fig.2 SEM photographs of SBN-BT ceramics

2.3 BEMTREHSERERES T

B3 W REER AR A AL e KA HIURE tgo
B AR 2. K 3 ATLVE L, A5 x=0.1 I,
FEARAE 275 “CHIAE, AR A BB I AR AL I
IS IRAR@I ), A HAFEAE 260 CAEtNg AT 1



- 804 - CTEPR Eh =40 J Chin Ceram Soc, 2016, 44(6): 801-807 2016 4

T, BEIRE A R I B ARG, HAE 472 °C APTRCD, R SR DR . 0 TR R AR,
b, RS ECR I TORBUE . BRI x (8 FE T DAL, AP BA IR Curie-Weiss
K, AE300~400 CHIL T, SR Frdmp g, el R A

L 1 5 R TR HE UL (R R R, LA P 1 1L gy 0
WU Ty B NBTT (5 4 2 ) i X 38R 2 « [ B £ &, "

FESLLE 500~600 CAAFAEN LI, B x (K, Horpe €y HHED, 78 x=02. 03, 0.4 I, X}
HH OB LI I AR RO G, IR M2 FESATE 10kHz 51 R i Ut &b ATl &, 15

1000 0.50 1000 0.50
900F 400 10.45 900 [~ 7 0.45
800f 350 j0s0 o[ 0.40
700} 300 0.35 700 [= 10 0.35
6001 250 0.30 600 [ 11 0.30

& B

500+
400+
300
2001
100}

0.25%
0.20
0.15
0.10
0.05

0252  «s500f
10.20 400 [
{0.15 300 |
10.10 200 |
10.05 100 [

0 | | L 1 1 000 O = Il L L L 000
0 100 200 300 400 500 600 0 100 200 300 400 500 600
7' 7/°C
(2) 0.9SBN-0.INBT (b) 0.8SBN—0.2NBT
1,000 0.50 1000 0.50

900 ~ ST {04 900 I~ B 105 0.45

800  =-10 10.40 800 F— ~10 0.40

700 [ =2-12 1035 700 = -12 035

= =]

600 [ =14 1030 600 [ = —14 0.30
s 500 L 1 2 3 4 S 5006 I 2 3 1025
00 In(7-7,) 025 8 In(7-T7,)

400 | 0.20 400 - 0.20

300 0.15 300 | == 1 Mz~ 015

100 KH.
200} 0.10 200 10 kHz, 00kHz Jo.10
1 MHz 0.05
100 | 0.05 100 | — 1Y
0 L L L L 1 0.00 0 L L L 0.00
0 100 200 300 400 500 600 0 100 200 300 400 500 600
77C 7/°C
(¢) 0.7SBN-0.3NBT (d) 0.6SBN—0.4NBT

1 000 0.50

900 0.45

800 0.40

700 0.35

& 600 0.30

500 025%

400 0.20

300 0.15

200 0.10

100 0.05

0 ; i 0.00

100 200 300 400 500 600
7/°C

(e) 0.5SBN-0.5NBT
3 FERBIAER A R R e, S HL B FE B UL R AR A i 42

Fig. 3 Dependence of relative dielectric constant ¢, and dielectric loss tgd on temperature of samples



244 55 6 1

i RE A RRRALBEIL BRI S R AR B RS A b IR e < 805 -

FIGRECR 7y 4 1.45, 1.81, 1.95. x=0.3. 0.4 i,
FEdh y (HOSRT FAR G B AR R BN 7 2, &
HH P B PR AH AR R R BE AR Ko FE NI A 2
BN, T AL E BEAZRIE T 3G K, [l bl A
NBT [ 4 2 K. mtnl il: x=0.3. 0.4 i},
FE i B AT B (1) sth TR AR TR R AL, 2 St R 2k P Ak
4% Smolenskii ]8R, X T SBN-NBT
gk R, HAMESR, S Na™' B fE 4 1 -
HILEE AL G R, AL B A G R 7
YK RE EANS), AEM BN E AN [ 2453 1) 6
FEIX, WELERI AN, A7 I 5k FE I R A AR i 5
J& R — A AARE X, B Curie VR FE ™ i 4 Curie IR IX,
TEMEHT B AT A A R o TIX A AT,
fEMRIHE S R A iR, 1 Bk rAARE AL N
sk A . EARR N Na® (7=0.103 nm) A
Bi*"(0.102 nm) AN BUAR S (7=0.126 nm), % T7E
A LA, B ABO; 45149 BOg J\
TR TR I RE B, A4S R R I 25 ) 1) 4 K AL o
R LT PR AH A% 18 5% SO 5 RUAFDR A H o 4 5 e
(AR RGARE 2 1 2 X T 2k R AR A st T4 RN 285 46 A0 4. 1)
%IE[ZI—M]O

M G5 Ky 7 504, BLSFE AJ LLBAE S 545 4k
JE SR AR SR, PR A AR ) RS 2R
PE 1) . RS AR 2 5 (Bi,0,)* J2 22 1) 2K it vl
TSI BAPER, SCER[18-21 1 HH T T e A= 45
PR LEE . JE TR iR, Kikuchi 25P0%5 1
T BLSF H{E a—b [N R EC AR BRIV 2 2

E =0.5kzAV = 0.5k x

[Vg(l—",—Z)z +mKn;<1—“,—22>2] @
ag dp

Hofre v AR ZA W BLOY) JZ I AR a
N EANRARI AR B ag's ap' 458 (Bi,0,) 2
KPR 2 ks S8 WS AR m (ER3E N
B R AR AR (A FI N AR RE(E), MM B S F A
SEPEK. XT SBN-NBT M & AR, b NBT &&=
RN, SRS R AR, m EHK, (13 a-b TN
PN WV itz N 11 W WANTR N 2o :L 2 N ]
Pk L AR AR IR B R

XFF Tmy SR/ B0, A FRERAE tgo {ERIMR
() T ZEOL BT 1 BRI BIREE, X ETR
HTFBEIS N, e RIFE L W RE BRI R, (1
tgd [T HIAE & BV AR IR RIERRE, A
SEAE e I8 BRI IR o 76 2 DR R, NBT
Sy S s IRk FLAR, HE Curie WE N 320 'C, 5

x=0.1. 0.2 BEIFES T ARFHGE, ULEH A HIE
& NBT AHF 2k - L AH AR I . x=0.3. 0.4, 0.5 I,
P Ty KT 320 °C, Ui IRIEFEAS 2 NBT 18k
FL— I FELAH AR 0, X, A FAREIR S 1 AN SR
PG R R, NBT AHASZ 20405, AT REE N
b7 NBT % #1314 %, 7/ 5 SBN [H¥% 2] NBT 1,
e T &4 NBT ) NBT L[, =T
NBT =7 AHE AR 7 5 AH, 375 AH NBT £E =i F
ANRAEMEEAS, R x=0.3 0.4, 0.5 B, FEAAT
U AT R NBT fAHAZI, 5 Orapim 212
ESCHIEST S

Kl 4 FESALE 100 kHz T & S50 % R #hZk.
HE 4 ATLAE e BEAE NBT &R0, AHAZ I )
RS B(Curie 5 470 ‘CHIINE] 600 CLL L),
FHAZVEE BT (R e AELO8/DN s TEAH Y. (1) A R 2 vy
PREREIE R, FF S R I B A TR RS Ve 2000 R R D R
N, XM TREE NBT 4104, #7> Na®*, Bi*F
HUAR Se> T [ 4, A AR AR 36 T 7, NBT 55 SBN
L BE S T OB AR, A TiVEUR Nb A
T AR G5 R (R BRI, A AR T . T
SBN-NBT 1A %, i1 Kikuchi®™WF73aT 411, m {E K,
43 a—b TN RECNAZRERE K, T Pk i M
Afe, B SR IR BB, T AT 45
Fygntk, i SBN-NBT E1E Na**, Bi*". Sr* L[]
R A AR TV, NILE S B MR R, AT
WREFERRAR, TopWsith 2 o WA REIR A7 T Sb AR
BHIET, BB X AFAE N ), WEREA B #2 3)), (R NBT
SR, R TR T AR, (FFES R
F U35

1000 0.8SBN-0.2NBT
900 0.7SBN-0.3NBT|

800 1 0.9SBN—0.INBT
700 [

600 -
« 500 -
400 |
300
200 +

0.6SBN-0.4NBT

100 | 0.5SBN-0.5NBT
0 L L |

0 100 200 300 400 500 600
7rC

Kl 4 SBN-NBT 7 100kHz F e, Blidii 545 {h i 2k
Fig. 4 Temperature dependence of dielectric constants of
SBN-NBT ceramics at 100 kHz frequency

& 5 & SBN-NBT(x=0.2.0.4)FE 5 £F 300~600 C



« 806 - CREMR £R 2741

J Chin Ceram Soc, 2016, 44(6): 801-807

2016 4F

(R A3 X)) T A 6T A Fe 6 50 i A0 26 (19 72 4 56 & il
2. I S aTLAEH, B NBT SR Z, mil
N e ARATEIRTT,  FLURHAE i KA L S i 2
W9 X FEE T RAIM R NBT & &k, 7
B 85 PO AT AN AL 90 IR R AR IX A 45 # 4
. AR R Sr*7(0.118 nm)5 Bi*'(0.103 nm)Fl
Na'(0.102 nm) RN AT L EAR, B IER =4,
T 205V A 2 e SRS A 46 ) v\ T A2 T (0
 ATRESATEA AR R A B e LA e A 1), LI
) R BRAR, AR YR, R Sl oA R Al ok
TR

1 000
=300 C
--350C
900 - -~ 400 °C
-+ 450 C
L - 500 C
LY - 550°7C
- 600 C
700 1
600 |
500 +
400 ¢
300 ; L
10° 10 10° 10°
fHz
(a) 0.8SBN-0.2NBT
600

500 F W

400

fIHz

(b) 0.6SBN-0.4NBT
K 5 i F(1-x)SBN-xNBT(x=0.2,0.4)F: 5 ¢ FEATR AL
h £
Dielectric constant for SBN-NBT(x=0.2,0.4) as a
function of frequencies at high temperature

Fig. 5

2 1y SBN-NBT & K i 5 B e HL 2 1
2 1 i LU, B NBT 5INE e, PR
(IR 25 BE BRI, x=0.5 I, W S il 10 85
/N, h 6.558 8 glem®, A4IT T NBT Hs Hi P % )
WA, FE i TR B T ARG 1 R R R B0

B, W] NBT & &4 SBN-NBT Z 41 %k i (1)
B A EEY W HEK 1R R DLE Y, 7E x=0.1
i, AEdh dss B K, 1A F] 13 pC/N, tb SBN R HL
PERELT (d33=10 pC/N), Ut BIiE & 1) NBT 5| A\ #] SBN
T Y RS AH S5 A8 AT A T B v B R AR R R
Ae. IXJEHHT SBN H AL FEKA 3 #5: B
AT, AN ¢ Hhi, 50\ IATE a-b
T A RS - 3R NBT (51N, AlfdiZbR ) Na™*\
Bi* HUAR S, AHAR )\ i A 1A Il B A K, 4 )\ T s
(R e ARG S, AT Bi-O #a
BER, FJ\IMRSTE ¢ Jr bk, FF 5 ahak
BN R, Nby Ti 74 ¢ S ah iR @R, M
MK B R A, I e RS & & NBT 51,
fiwsehtaaitl, shEAIE 2, HmEXERU ), HIR)
PRI, LG T A

F 1 SBN-NBT &R E KBS MHEE

Table 1 Density and electrical property of SBN-NBT
ceramics
Bulk density/ 5 .
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(g-em™)

SBN 110 440 10
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0.8SBN- 7.0955 183 1.825 513 9
0.2NBT
0.7SBN- 6.8301 250 1.704 525 5
0.3NBT
0.6SBN- 6.6250 295 0.789 560 3
0.4NBT
0.5SBN- 6.5588 360 0518  >600 2
0.5NBT

&—Relative dielectric constant; tgd—Dielectric loss; d33—Piezoelectric

constant.
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