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Abstract: The Zn/Li co-doped 0. 83Pb(Zr,/, Ti1,2)O0;-0. 11Pb(Zn, ;3 Nby,3) O3-0. 06 Pb(Ni, 5 Nby/3 ) O; (PZT-PZN-
PNN) piezoelectric ceramics were prepared by the conventional solid state method. The influences of different con-
tent of Zn/Li addition on the phase structure, the microstructure, and electrical properties were investigated. The
results showed that the phase structure was shifted from the rhombohedra to tetragonal with the increase of Zn/Li
content, The dielectric constant ¢, , the piezoelectric coefficient ds; , and the electromechanical coupling coefficient kp
increased firstly and then decreased, while the dielectric loss tan § and mechanical quality factor Q, showed the op-
posite trend. The optimal piezoelectric properties with ds; of 513 pC/N,%, of 0. 635, ¢, of 1 694 ,and tan ¢ of 0. 023 5
were obtained when the Zn/Li content was 1wt%. The ceramics are expected to be used in the fabrication of low
temperature co-fired laminated piezoelectric devices.
Key words: piezoelectric ceramics;low-temperature sintering; ZnO and Li, CO; doped;phase structure; piezoelec-

tric property

= Pt R UK Bl Fi s /N 480 BB 230 sy o B2 8 428 1l g g

=3

UTAF K L B E A BRAE B A 1 R R L T HL B
P — 2 B 5 S A RE 715 B B0 L S AR
L7/ RS PN = 5 3 N8 s e DV I R i |
Je M T il i B 2 TR B K sl A% . B )2 TR HL P e BK
Sl A5 2 ry T L P S B R SR P AL S SR A )R B
SER G A AR B s H P R oC A 1R B L

Y %5 B #9:2016-12-28

A R Tz T RS 4 T e A iE
o7 K 4 i B A TR S U

ML S )7 e F B IR Bl 2 A R 2 R S AR
W45 K6 0 45 4k R 4% (PbZr, Ti,, O, , PZT) 3% JE 1 [
Reloo L i PZT 3 He v B A0 i 5 o B o el TR A
TREE 5 (=1 200 'C), 5 53 PbO #& , i P &

E ST i B2 3L RO H (20140853013) 5 K [ £ AR B 5 50 S0 40 % A P74 BT B 0 H (137-QP-2015)
PEE RN R 1992-) 20 AL IR N L A 2 2 DA S 0 I v P e ) o o PR RE RO T 50 . A5 AR - i (1976-) . 55 L BRIV 1Y %
N B T A U 3 A D) RE B B 2 P RE B E S



890 & H

= 2017 4F

B R AL T L PR RE T R . ELYS YL B BT LR
K PZT il 3 i 5 2 A5 00 55 80 I o I 19 5t 43 )
Chn Pt Pa, Au 55) 7E Y HLAR , 386 1 R BEARE 26 7 1Y)
A R —E B HR T BB 45 IR O T
1000 C) ., fiff i % 1 B 55 M 46 A1) Ag & 23t
B X ALAEA B ) PbO B 4% % L 8 BE B 1 4 )8
PO HL R PR v I T R S S . R X PZT
SRR ENIGRRES TZREAEREE L,
o % PZT JE B % R A7 AR sl S AL 1 18 2% J2 B IR
PZT P &R sl — N EEF B,

FLAT  BEAI PZT SE PG % R R e gl i 3 19458 2% 5
A Li,CO, \CuO,Bi, O, " &, i A% {85 2 71y 39 i 7%
T ZnO,Li, O #3822 %f Pb(Zr,,, Ti,.) O;-Pb(Mg,
Nb,,5)O5-Pb (Ni, 5 Nbys ) Oy F % 1) i W20 23 45 44
AR PERE 45 R R W] Zn/Li B RETEMR R R
FL P B A (] B B3 AU i A4 bE ) ) B 45 3 B2 . Zn/
Li B2 — )5 1l v] SC B AR be 25 B IR AR 45 T i, —
J5 T REHE A S R A S 8 B R B B ) TR L
A PERE . P A SCLE Ph(Zry ), Ty, ) O5-Pb(Zny 4
Nb,3) O;-Pb (Ni, 5 Nb,;) O, % & 48 4% ZnO/
Li,CO; (ZL) . W58 ZL 4% i X Pb(Zry ), Ty ) Os-
Pb(Zn,; Nbs; ) O;-Pb(Ni, s Nb,,;) O, JE H W % 41 %}
0 TR0 A 5 A R R R 1) R R Ok o R
B )7 1 F P 0K 3 2% 29 LA
1.1 HRE&E

SRR R EE 1 G SR T 55 38 AR s TR
T 5 e AR R 2 A BRVC L AR SO R A R4
R 0. 83Pb(Zry, Ty ») O;-0. 11Pb(Zn, ;s Nbys) O,
0. 06Pb(Ni, ;s Nb,,;) O, (PZT-PZN-PNN) , % fill Jfi &
380, 5% ~2% 1) ZL, Htfw(ZnO) + w(Li,CO,)
=1:1, H4LL PbO.Nb,O;,TiO,,ZrO, ,ZnO.Ni
(CH,CO0), « 4H,0,Li,CO, K J5 &}, ##% I AL 2% 3t
LG PR i, AE SR AL AR 4y B G ) R
ZnO/Li,CO; 1B & W, KK % 5 & PZNNT-ZL, |
PZNNT-ZL, . PZNNT-ZL, f1 PZNNT-ZL,, % J§
BHEA G AE L BEAN R EREE 6 h Bt T )5 B T i
NI L 7E 750 CHBBE2 hy IR BRES 12 h it
T kL, 283 T S @100 MPa) | HE B S5 il i
(J12 mm X 1.5 mm & i R0 Z WK, R G T
900~1 000 Chesh 2 h & . be T AR i 247 B
PE 5 TR MO A AR 7E 120 C RV P LA 3 kV/mm

WAk 20 min, A% £k 45 19 B % R iR 24 h DU R
PEfE .
1.2 Sk

Sk I 2= Philips 43 #r{X# 2 7] () X-Pert MPB
PRO 17 55 (XRD) A3 H1 90 FH 2H J8 AR S5 44 5 H A<
T A H) JEMS5800 B4 4 ¥ 2 i 8% (SEMD ML %€
TR 225 449 5 SRe Y ] 56 K 2 HE 7 3k D0 3 P 25 1) 2%
JE. R Agilent4980A &I LCR A % s A R A H
W e, A HARFE tan 65 R F o B B2 B 2R 05T
It Z2)-2 RIUEFRAS dus M0 2 48000 S A B AR B s 5 R
FH HP4294 K5 25 BHAT 53 A A0 5 44 L 1) 38 9 431 32 1
RSP SR G T R LR A A Rk, FIHLAR
F AL Q.
2 #REW®R
2.1 ZL3i#BZE% PZNNT EMMAREHL

A

1 AR E TR G MERNZEE . hEm
UL o W 2 08 2 T B ) T v o B R R A SRR R IR
(a3 AR FE Ry 920 C I, %5 B B K 7 iR
FETR Bl ZL VR A B 0, B R T R ST
RIGUE/N: 24 w0 (ZL) = 1% I, 5 i 35 i K 5 4k 4 1
K ZL W % 5 0 R AR

»9-

7.6  _a900C
e 920 C
7.4f -a-940°C

v 960 C

0.5 1.0 1.5 2.0
w(ZL)/%

Bl RSG5 T H0 PZNNT-ZL F o W 5 1 25

Kl 24 920 Chesjs PZNNT-ZL JE H1 P4 % 1)
XRD &, H B W F BT A R b 38 58 4 O AR
TSR f RS , Ui ZL & iF A PZNNT
An A& TR B BB 8 I [E S K . PZNNT-ZL, 1i7 i 1§
SRR R RS VY. B 2(b) L (o) Sk 22°F0 73°
Tt R . B 2(b) (O F 2 w(ZL)
=0. 5 Y0}, 22°F0 73BT Ky BT S 0 bR 1 4H 4
WA= 52 w(ZL) = 1% W, 22° 22 A kb hy
B2 19 (001D / (100) RUAT 3 e 73° 22 45t B (301D /
(310) WL , 2 W s B A4 ek 10 R 2 ok o D A 5 a3
I 24w (ZL) =120 i, SWEAT [ B 05 5 A5 (1 e 34
IR DA VY 5 A R



% 6 AR 45 Zn/Li $8% PZT-PZN-PNN JE b 4 75 (0 BF 55 891
= PZNNT-ZL fobr RS 4] , i BT T . R B RO E S 4
s T §§§§ §‘~ s ) g‘ fE Xl F ZL B R T AR, BRI T pe 4
SIS A e B ZLIRT B G R
] A A PZNN, T'ZL, %3 ; c AR AR RS S Re R E T R A K, B
' pINNTZL, 28 3o % PZNNT-ZL, oA [7 6 5000 50RL 17 X 2 A6 3%
N B P S ST <3 ~
INNTZL g o (EDS)Jr#fr. ik 1 fiw . 3Rl 72 PZNNT-
»—LA—A-J—A—QL A S, ZL, GRS R 2ot 0 R T L B 4
2030 40 2%'(/)( )6'0 70 80 2022'1)/2('2)2'3 70 ;29/%4)76 jb” AR o T HA ;z N >
° o o . = ~z N A /\E- S i s
. (b) 22T (0) T n&fFﬁJl%E/\aa*%Efj?n‘él%{%,%% ZL B 24w By m
) O ) N Wi 5 A iy P R T AR
2 PZNNT-ZL JE i Fig % i XRD & % 1 PZNNT-ZL, [§% & # 4y EDS 2 #7
B2 TSR ok LRI B
_ A +7‘() (1) B E%% EE'HE
tiﬂ(rs—kro) Ti 12.72 12.54
Sty Jy ABO, B AKD 55 8yt A B F 19 o o o
1 . .
Tesry Jo B GBS FHOLER s ro R B THEAR .. b 17 vy 1
AR BMA R LT 2484 0. 076 nm, Zn* " 2 Nb 32.16 31.43
%% 0. 074 nm, A fif Pb" 4% 0. 149 nm, B i} Pb 25. 04 25. 87

Ni* , Nb*", Ti't, Zr'" 24243 5% & 0. 062 nm),
0.064 nm,0. 060 5 nm, 0. 072 nm, MW (1),
Zn*' (Lit B8R B LB ¢ OB A B e K
HE R m ek B A B A& 124,
I Zn* " (Lit B 5 R AR ks Y B Az BH
B T AN T e B OIS B A B R S B0
A RS AL R G  EE PZNNT-ZL B % i a4
g - 4a S

Kl 3 2 920 CLe4ifa AR ZL 8 % 5 1 B %+
il BT TET 9 SEM B R, 1 181 3Ca) A I, dR BEEH L (H
ALK Z X B ALAE N S S 3 BT, 23 52 i R
%) 58 JBE A0 E M BE 5 i 18] 3(b) A L. PZNNT-ZL, W&
PRES IR L S RL ] KT PZNNT-ZL, B B i

o~

Sl 3} ( NG

(a) PZNN T-ZL1

v LR\

(c) PZNNT-ZL,
Bl 3 PZNNT-ZL JE i P 3% W i ) SEM B |

2.2 ZLiBZE%f PZNNT [gE B aER S

Bl 4 o 920 CREsh b B e S AL 1T 5 1 e
tan &, HEF W, BEE ZL 5 22 5 35 %Ak i
G e, ¥R KGR/, HwlZl) =1%
B e, =1 694, HIGEF R Ak 5 09 8018 K T AL T X
ST PZNNT-ZL W & & K 25 1 Hy DU J7 AR 5% 78 o
ST AH S A S AR R A X, HLDL = 5 A O L B A
AF XA 14 A ATREM AL B Jr - )T H G (1
PN T T A A N = I | | N = 1
tan oYK FHALRTIME . HLREE ZL 52 53 i,
TN JE B R B M w(ZL) = 1% i, tan o

/.

2 000 0.040
1 800 ¢ (Hh4b)5) 0.035
1 600} -
e (W Ak R
1 400¢ N ) 0.030 0
w1200} g
1 000} 0.025 =
800}
tan S(HALJF) 10.020
ool BN 0015
0 05 20

e
Kl 4 PZNNT-ZL Hs o F & AL T 5 /9 it g
K5 R 920 Cheds TR ZL 18 4% 5 Wi B AE 5

MR TERE. HIEATE S, 450 ZL & E X HE

MR BE B2 MR . BEE ZL & i R . £

w(ZL):l%Hﬂ‘vdsg il ky SEHERIG WA e K day =

513 pC/N,k,=0.635, BLAb 8 BLF AL A7 X, H LA

=7 AE R 3 AT REAR AR B D ) BE 0 H W B A 5



892 & H

5

= 2017 4F

WAL FEAF . T Qu RN I KRS Q.
TR TS K R WAL L SR ER N Y BELAT TR T

Rl
550, 60
dy, 0.65
2 450 * 0.60 55
-4 P 0.55 {50 .
Q 350, 050~
S 0, 0.45 14
~"250 0.40 140
0.35
150 35
0 05 10 15 20 25°
w(ZL)/%
& 5 PZNNT-ZL [ H P % i) & e 1 BE

6 o PZNNT-ZL B % i HL i n1 2k . el €]
W B ZL B 2% s 3 PZNNT-ZL B % i) ) 4
W ALSREE P, 63 S BEAR . 4 w(ZL) <1}, P,
MARBIEF A 31,9 uC/em® BEfNE] w(ZL) =1% A
(9 36.5 uC/em’ , Z JGHEH ZL & & 13— 53 i
TR, HE 2 AL AE w(ZL) =1% ~1. 5% i}, K
B MR F = 5 A 5 00 R SR A Y XL 3R 14 A
AT RERR AL I 7 18] s 3X 28 [ R Ak R ik 38T A 2 AR
LT Bl 23 I8 3 5 5 3 W BE (0 5 o) s Rt bk TR
A Ak 2% B LR A N A R AR AL R P Y w(ZL) >
L. 5 Y0 i kLS T 9 AH S A7 X, 5% 48 g B — = J5 A
B TRl s s A R AR B s >, S 80P, T
REDOT B 2 BT B A P T 2 R R
SEIIN /N ERORL R PR Ry 6 W BE 52 Bl ) BEL R4
BRK AR TEEREMZ S, Y w(ZL) =1% I, W&
(A L P R BAR G . WIFSE 3R B L 2 BB R oM 2 41
SER B D PR B AR L BB i ZL 3B A ek
WL B B S AL AT E— 2B AR kM fE .

40t PZNNT-ZL,
~ 20f
L [PZNNT-ZI;
g . PZNNT-ZL
&)
& oPZNNT-ZL,
=
40+
B e e e 1 2 3
E/(kV-mm™)
Bl 6 920 ChaghiiE T 45 41 it iy [l 2k
3 &

D &% A Zn/Li 58 Pb(Zr,,, Ti, ) O,-Pb
(Zn,5Nb,,3) O;-Pb(Ni, s Nb, ;) O B % 1 b 25 1 B
M 1000 CREMRZE 920 C, B & FE 5 R 4 855k B A1
TE4B 2% Zn/Li JRE P ECN 1% ~1. 5% i . B % 44k
b =5 A5 5 A AR A

2) BEE ZL B ngm. A e JE R
B dys MPLHEAE G R b, B 5EHE K5 U8/0N T A HL 45
#E tan & FHLA BT AL Q. 2 568/ e 1 R iy 3
3) AL KM T Y w(ZL) = 10 i,
PZNNT-ZL i M % B A w48 B kg ds =
513 pC/N,k,=0. 635,¢,=1 694,tan §= 0. 023 5,
AR T &)L
S % 3Lk
(1] SE¥k. BMT-PT A& i s v M 2 0 o o8 S 1k re i o
[D]. V4% : B VE JE K 2% . 2014,
W B, BB 7 4T (Bay, s Cao. 15 ) (Zro.y Tio ) Oy B & 45
BHpE 48 R 3 R A 27 PR AR A s e LD . VY 2« BV U 9 R
2#,2016.
BELL A J., STEVENSON T. Piezoelectric materials
for high temperature transducersand actuators[J]. Ma-
ter Electron,2015,26(8):9256-9267.
FRZ . HESREE. N PZT ARE LB LR EE
Ry AT Re R JH LT ], L 57506, 2004,26(6) :467-472.
LI Lingzhi, XIAO Dingquan, ZHU Jianguo. Possible

applications of lead-free piezoelectric ceramics from

(2]

(3]

(4]

viewpoint of PZT systems[ ] ]. Piezoelectrics &. Acous-
tooptics,2004,26(6) :467-472.

PARK S E.SHROUT T R. Ultrahigh strain and piezo-
electric behavior in relaxor based ferroelectric singl
crystals[ J]. Appl Phys,1997,82(4) ;:1804.

CHEE K, IVAN T, MEYSAM S, et al. PNN-PZN-
PMN-PZ-PT multilayer piezoelectric ceramic with low

[5]

[6]

sintering temperature[ J |. Appl Ceram Technol,2016,3
(5):889-895.

CHAO Xiaolian, YANG Lili, PAN Hong, et al. Fabri-
cation, temperature stability and characteristics of Pb
(Zr, Ti,) O3-Pb(Zn; 3 Nby3 ) O;-Pb(Ni; ;3 Nb,/3 ) O; pie-
zoelectric ceramics bimorph[ J]. Ceramics Internation-
al,2012,38(4) :3377-3382.

YOO J,LEE C,JEONG Y, et al. Microstructural and
piezoelectric properties of low temperature sintering
PMN-PZT ceramics with the amount of Li,CO; addi-
tion[ J ]. Mater Chem Phys,2015,90:386-390.
YUDONG H,MANKANG Z,WANG H,et al. Effects

of CuO addition on the structure and electrical proper-

[7]

[8]

[9]

ties of low temperature sintered Pb((Zn,,; Nb,,;)-0. 20
(Zro.50 Tio.50 Do.s0 ) O3 ceramics[ J ]. Mater Sci Eng B,
2004,110.27-31.

GAO Feng, HONG Rongzi, LIU Jiaji, et al. Effects of

Zn0/Li; O codoping on microstructure and piezoelectric

[10]

properties of low-temperature sintered PMN-PNN-
PZT ceramics[J]. Ceram Int,2009,35:1863-1869.
(F # % 898 7)



