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71 4.14 TA39a519M19980ABAEIIEN BNTZ ALFN04 Zr Baus (a) 0.20, (b) 0.35
(c) 0.40, (d) 0.45, () 0.60 uaz 0.80 indulne Ty wFWwnasgaumni 900 °C lunan 2
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AUIAUBILNTU

FarnsnmaganlnnairemneqanadandasqanssrBiinareuuda ANENe
SEM W11 backscattering electron fitn&seng 2000 Wi FaR1s19 4.4 Endufitiunn zr fae
az 0.20 Tnalua dhefnndaaeng 2000 Wi lanansoueasiuldinsuiiesanniaunagn i
NWDNe SEM ila secondary electron A8 10000 Wi NIVNANTUIALNTULNL) AN
PWIUUALNTUIRETINN BNTZ Tmﬂ%ﬁ%nmmuqmﬁmmfmmﬁlﬂ (mean linear intercept) Ingl
andumsuLLgrEnTuetnetiee 10 duase e lfAsunainmuedsiidgnieuazaa
ABNALARBLTIRE ANNHANITNARBINLIINIUNAINTLRALTBTINEN BNTZ Aang gl 4.15 ay
FulddniiefiniFunns zr ini ananuuueinfinanntudas snduinEunn zr fes
oz 0.40 Tnelua Saumnsuadegeil 5.37 Tuaseu enafinannisunuioes 7 meluam

FnalulBunuiivunzanawinlfinsulawna g ndnsdndiunm zr fdnsmdauaulummiin

BNTZ
8 8
7 - -7
g —< ]s 8
= 6 - e o—@ a * 15 &8
= 2 =
5 ]
N I/ 1s <
L] i__________. 6
= 4
n ] 7] 3
o 1 o
3 - -3
] ]
2= -2
1= - -1
I ! I ! I ' | ! I ' | ! 1
0.2 0.3 04 0.5 06 0.7 0.8
Zr-content (mol%)

31] 4.15 APNANRUTIZUINIUIANTY LAY ATINVUILUUAL UTHNIEUNNIAN Zres
L3180 BNTZ 71 ¥aeia (a) 0.20, (b) 0.35 (c) 0.40, (d) 0.45, (e) 0.60 cuaz 0.80 lng

Tua wngoungd 900 °C el 2 dalus
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AN9N 4.4 TUIANTUULATAINGNY SEM 84119780 BNTZ

BiysNa, 5Ti;,.Zr,0, VUIALNTY (Um) NINENY SEM
0.20 0.78 +0.10
EMRSC , CMU
0.35 2.63+0.17
0.40 5.37 +0.15
L X2, @88 16mm EMRSc » chy,
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Bi,sNa, 5Ti;,Zr,0, VUIALNTY (Um) NIWDNE SEM
0.45 418 £0.29
15kU "~ xz,086  188m EMRSc » CMU
0.60 477 £0.52
EMRSc» CMU
0.80 463+0.38
15kU| X2,888  108m EMRSc CHMU
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4.2.2.4 uan1snsragauadnlsenaumaadl

dadhann SEM 1fin BNTZ udnthanmsadeuesdilsznaumaniidagimaiinnisg
nsvangTeaisdlend (EDX) sinnnsmaassdnanwluluus BEI edanadnsusainududd
WANFANNAY (contrast) JBINNNLIN TR I0UE I LazRen %ﬁzﬂmanﬁmmﬁﬁmmmmm
r?'i%m:zgﬂummﬁn BNTZ tlsznausness Bi, Na, Ti, Zr waz O fefliarazman 83, 11, 22, 40
uaz 8 AwAAL AwdenEunfaulaiumninesiesszneuassiasell wudnmain
BNTZ ynisanunisiiia zr Tnsdouluniiamaudn (single phase) Lniwyisndaaanuiiu
ey LLﬁiﬁU‘?‘mmmummﬂmﬂgLV\Imm (secondary phase) 184@79Llsznauiietai 1nn
Faruiitiunns Zr Wil 0.60 uaz 0.80 wisdaulaalua aunsaduduniswunnsiinmases
mngﬂLLuumaﬁLgmmuﬁqa?ﬁL@ﬂeﬁ NAN1IATZE EDX 1e0m91fin BNTZ finsanns zr

$atiaz 0.20, 0.35, 0.40, 0.45, 0.60 Ay 0.80 Iaslua AYRTATUNLINEALIALANITANNIHIN

VNIRRT UATAIIRAaLaNALszNaLT095156 e 11 Aall

NARLATIZI EDX 289i913n BNTZ Usuna Zr %1 0.20 Andulnalua
Tun1931A9129F EDX 199119930 BNTZ 150004 Zr 71 0.20 tandoulaelus Rofiueuily
1 v v A a a A a al a
wauAeudnaNn 1AideniiansnnantFiun e LFoWadmna (Spectrum 1) U31MMIDLINTY
(Spectrum 2) waz nalwnsy (Spectrum 3) LB UNLRaNANNTwNARETY LT
uagauaInnstmsein spectrum 1 wugn udiBuUIe9578 Zr geau araduiuma

2e3ilALUA (ZrO,) 1N spectrum 2 kAT 3 TUNLBIAUIZNALSIARNIFIFULRIEINEN BNTZ

TGN

& bree A L Ramanaas s R
e P v adr il i i} 2 4 3 g 10 12 14
30um Electran Image 1 Full Scale 127 cts Cursor: 0.045 (3503 cts) ke
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Bi o Ti Bi

1] 2 4 B g 10 12
Full Scale 127 cts Cursor: 0.048 (3442 ct=)

Electron Irmage 1

Full Scale 127 cts Cursor: 0.043 (3523 cts)

Ir
& ) Zr Ti
N L Bl AT i
f T t i T T T T T T T T r T T
o 2 4 B g 10 12 14

91 4.16 nWaNe SEM Uazn193LATI¥Y EDX 13ans (a) Spectrum 1 (b) Spectrum 2 waz (o)

Spectrum 3 28419730 BNTZ ALf58104 Zr windu 0.20 wrwdaulne g

F11379 4.5 939A1/3TNa189576 lWLEsHN BNTZ 1l Zr winriu 0.20 wasdaulneTug

Spectrum 1 Spectrum 2 Spectrum 3
Element

%Wt At% %Wt At% %Wt At%
Bi M - - 64.81 20.76 45.65 11.49
Na K - - 1.87 5.44 6.57 15.03
TiK - - 14.08 19.68 25.86 28.39
ZrL 98.42 91.60 7.66 5.62 9.96 5.74
oK 1.58 8.40 11.59 48.50 11.97 39.36
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NAILATIEY EDX 229L1913n BNTZ #f3unae Zr winhu 0.35 tAndaulnsalug

lun199msnedt EDX waaeisin BNTZ U5u1eu Zr windu 0.35 Tpealua aannn SEM

nudnlnasananan Ae avALlsznauaesdns BNTZ winanialungy (Spectrum 2) waziin

a v é’ o a 1 a o =
#n9lsrnauimeiauauann  Spectrum 1 muuﬂgmmLﬂumaﬁﬂizﬂ@uumuﬂmmaﬂwmLum

'
=

(BNT) Nuffsenlianysnizesszuy viveiinangung i i luniswndumes

1o 2

i
o
3 T S T W - ¥ PP

=

g 10 12 14

ull Scale 43 cts Cursor: 0.048 (3322 cts)

ket

31 4.17 2 nang SEM waznn3aiaseyt EDX L3wad (a) Spectrum 1 uay (b) Spectrum 2 284

3AN BNTZ 1530104 Zr windu 0.35 sdqulnsluag

F11979 4.6 99A1I3¥Na1IB9516] 1WLI9EN BNTZ 1We Zr winiu0.35 windiulaaiua

Spectrum 1 Spectrum 2
Element

%Wt At% %Wt At%
Bi M 54.22 10.78 51.24 12.56
Na K 9.14 16.52 2.84 6.33
Ti K 12.99 11.27 18.67 19.97
ZrL - - 9.91 5.57
oK 23.65 61.43 17.35 55.57
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NAILASIZI EDX 289 BNTZ wis1in AUFuN Zr winnu 0.40 Asdiulpalua
N1tz EDX 89 BNTZ 619180 AUTNN0s Zr windu 0.40 ingnulaelua ain
NWENe SEM Wu91ann Spectrum 1 38N3LATIZHNAR TN UNINATRLFN UL LINT UL WA

wan dullgudndumanidautlszneneesss Bi, Ti, Zr uaz O d9u Spectrum 2 TATITH

v lunsugadediluwanan uaziesAlsznauasssisiiu BNTZ

A1 LA ‘ _ y 8 10 12 14
30pm Electron Image 1 Full Scale 19 cts Cursor: 0.045 (3166 cts) ke

91 4.18 nwael SEM Uazn193ATIEY EDX U390 (a) Spectrum 1 wag (b) Spectrum 2 484

BNTZ A1f5un0u Zr winfu 0.40 wedoulaslua

;11979 4.7 939A15wna1a09576) lWEsin BNTZ e Zr winiu 0.40 wndaulnalua

Spectrum 1 Spectrum 2
Element

%Wt At% %Wt At%
Bi M 71.40 23.12 59.00 15.70
Na K - - 3.38 8.19
TiK 6.20 8.76 9.34 10.84
ZrL 7.64 5.67 11.51 7.02
oK 14.77 62.46 16.76 58.25
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NARLATIEY EDX 224 BNTZ 1is1in NUsuNa Zr 1vinnu 0.45 Ardulaalua
1un199Aszsf EDX 989 BNTZ 113180 M5unnd Zr winiu 0.45 wedqulneiua ann
ANEe SEM WUINANKMaSpectrum 1 1@enA AR ATULTIUTILINTY LAY
o ] a T a ¢£I A 1 [~ o 1 :I/ a =
ALUUISpectrum 2 Apsedusinanieliunsuasneidumanan  wuanieaaaudiond

asAlsznaunessmiluasBNTZ anlassaienisqanianudndaulugiaaaiduilaman i

[u] 2 4 -1 g 10 12 14
Full Scale 20 cts Cursor: 0.048 (3082 cts) ket

gﬂ 4.19 AWaNE SEM azn199tAsnzil EDX U310l (a) Spectrum 1 wag (b) Spectrum 2 284
9 RN BNTZ 15000 Zr windu 0.45 wendauinalua

F11979 4.8 939A1/5wNa189576 lWLEsHN BNTZ e Zr winiu 0.45 ndaulnalug

Spectrum 1 Spectrum 2
Element

%Wt At% %Wt At%
Bi M 39.23 7.00 53.44 13.60
Na K 7.58 12.30 0.29 0.67
Ti K 10.38 8.08 13.59 15.09
ZrL 14.12 577 13.86 8.08
OK 28.68 66.85 18.82 62.56
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NAALASIZY EDX 289199130 BNTZ AlSunas Zr winfia 0.60 Andulnsing
Tun1531AsNZY EDX 299 BNTZ 13ndin fitfiunns Zr windu 0.60 temdaulaalua a1n
A SEM  siegdl 420 wudnlameaFrimnsqaniaasinuaneiln - (heterogeneous
microstructure) TuWaMAN AN Spectrum 2 wWudnHasAilsznaunessnailuans BNTZ dqu
Spectrum 1 waz Spectrum 3 dufingrudniumadslu (inclusion) ﬁﬁmuﬂ@:ﬂ@mmmﬁﬁiﬂ
fffseniumandn  duaicludanadnazeaeuildnldmurennm wuluwadannd

a9flszneupessnn Bi, Ti waz O ddrwadsluaunnlug)lresirdeuiuazgnessagiiEon

P9ULNIU ALNIUIUIABNAATIRDIALIIzNaLIIR9816] B, Ti, Zr uaz O

Electron Image 1 Full Scale 41 otz Cursor: 0045 (3102 cts)

31/ 4.20 nWane SEM waTn13aLAsIIl EDX 1i31ad (a) Spectrum 1 (b) Spectrum 2 484 BNTZ

RFHIU Zr N 0.60 tAsdoulnslua
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Electron Image 1

Full Scale 41 cts Cursor: 0,045 (3107 cts)

91 4.21 nweng SEM uazn13LAsnzif EDX 13iani(a) Spectrum 1 (b) Spectrum 2 az(c)

Spectrum 3 284LE9IRN BNTZ NL/581804 Zr windiu 0.60 Lendoulnglua

F1974 4.9 B9ALIENBLIBI81ATRLE9IN BNTZ LH8 Zrinriv 0.60 amdoninalug

Element Spectrum 1 Spectrum 2 Spectrum 3
%Wt At% %Wt At% %Wt At%
Bi M 88.56 41.04 45.65 16.38 247 0.46
Na K - - 5.62 18.34 - -
TiK 2.55 5.15 11.99 18.77 0.22 0.18
ZrL - - 32.52 26.73 69.00 29.76
OK 8.89 53.81 4.22 19.78 28.31 69.60
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NAILASIEY EDX 2R3N BNTZ Usunaw Zr wvinnu 0.80 tAndaulasalua
Tun1331A912Y EDX 2e9it9nfn BNTZ Usnnnd Zr windu 0.80 wndiulaalua
SEM # Spectrum 1 @anaasesiinurunadndnndaumatlaluinsauinnaeuns adns
AunsiiniaiuiEanm Zr winiu 0.60 wndaulnalua wiasdilsenauaassiailu Bi, zr waz O
= ' A o = - a c a < A,
Aspmdilugsiasimaesiadlaneanlas d9u Spectrum 2 AlAsesitdnaniglunsudaiedn

umanandediesdilsenauaessnaiiuans BNTZ

Bi

o r g
T ; T T T T T T T T T 1 T T T
1 0 2 4 g g 10 12 14
Full Scale 455 cts Cursor: 0.045 (32357 cts) ke
Bi
Ir
M
o Ir .
Ti Ei Ti
Bi Ti Bi
i\ : T f |_'|n|"'-""' T T T LBamES| t T y T
p 0 2 4 =1 = 10 12 14
Full Scale 4538 cts Cursor: 0.045 (3297 cis) ket

gﬂ 4.22 ANENE SEM Lazn19atAsIzi EDX U31a0d (a) Spectrum 1 WAL (3) Spectrum 2 2e3

w3AN BNTZ N1130104 Zr windu 0.80 wsdqulnslua
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F11979 4.10 89AUsEnaua09516 lwimsin BNTZ Wa Zr winfiu 0.80 wndoulnalua

Spectrum 1 Spectrum 2
Element

%Wt At% %Wt At%
Bi M 6.24 1.71 54.10 15.73
Na K - - 2.88 7.61
TiK - - 15.14 19.21
ZrL 80.51 50.70 15.46 10.30
OK 13.25 47.59 12.42 47.15
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423 msANEANURAYRLEsIND Bij Na, Ti, . Zr0, (0 <x < 1)
4.2.3.1 NANTATIRFDUANLALTINAUTDILTTIHN

ANNIANENANTTRIFaNaTadTINGN BNTZ  #osimafianimmageuuuylavnaneduy
(nondestructive testing) Aa N1INAAaLIANNLINAIENIITINALLILIYL LazAninasa (Knoop
and Vickers hardness) 7 ¥MIU2UNAT09502NA AIATNITDAIUIMIANAHLT LU
(HK) ArAoNudauuLdninesa (HY) ANenaszedsd (Young's modulus; E) WarAIAIN

v ] dl 4 o ! dy
AUNIURARIBEILAN (fracture toughness; K.) BlFuan1aaasssiallil

AANLduuyluazdninasa

IHaTNTWIBEEINEN BNTZ 8nagauauiiesziuqaniauuuyluazaninesalagnig
Tdusanm 500 N3N uay 1000 N3N AwaAL M lildsasnassgl 4.23 Tnadgddauuudmany

IS = a dl d‘ o o 1 a o ]
danyuuasissln g UEMAENANAIAL  WUdITRENATETIIAN BNTZ  UNERsndau
sliaessesnalianysalfisguieninsgiuiiaesandu fiesanuaielady gy nsdniiu
a Qa; 1= ¥ a Qa, % L% dl ng 1
AnduuliFaulildssuny gnguuuiioTuay waziauin (load) AnAasuwTuuliianzas
Tunsmeasaiialiusnauuioiuany  wudnseananlsngiuie e undesqanssAiuas
v

(OM) tiulsiannnraneaiivaauseenm A m Lt ﬁqmuumﬂumemiﬂﬂnmiﬁgﬂfé’fml,l,aium il
TAaniREnan lfea1aaziinauianaings (11379 4.11) dariuluaddeildnanimaaeg
antFEng  IneN19MIUIATRENARINNITNDNLAINNABIAANITALBIANATEY (SEM) (M19

4.11)

EMRSc, CiU
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EMRSc » CHMU
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zaku X588 SENm EMRSC » GMU zeku %588, SBum EMRSe Crill

71 4.23 seenauuuytluagininasaveamsin BNTZ Watsuianisiiu Zr

BBl (a) 0.20,(b) 0.35, (c) 0.40, (d) 0.45, (e) 0.60 kaz (f) 0.80 wrdaulne LA

ANEANIAaegl 4.24 Huna A NANTUEITNINNAIANNLTLATLFNNNNS
BN Zr 99919780 BNTZ dainadnataauudanuuyduaziuuininasaiiuwn i luiianig
A AldEuiugsinnnads zr Tnedracsudauuuydfialudes 2.78 - 4.76 GPa
dausrauudeuunAninesilenlugag 3.24 - 524 GPa AlpsRAAruLTsngaLazA

ANNUINAIGANENIINIAN Zr Wiy 0.45 Az 0.40 amdoulaalig MNAIAY T

fladefvinliAimnuudsnodutsnin BNTZ seiu Ae  gwguiiviaiviaens  (residual

a

porosity)  BailudaunnieaNniiaTuaNesEMINNNTMNTUMESIB9TWINY  YiTBNATUANN

10999 1INBUNA (particle) AauTugLlug dunalidaiauainnineng SEM gagil 4.23

3
a a

(d) WuRnaeaEEsln BNTZ ABuMNSEN Zr windu 0.45 wndoulnsluaaziingwgy

D

v 1

wnisBaaunsuazne i avinlidatauudenga  wilunnanduiuann
nwte SEM #sgll 4.23 (c) wudnRateamsIdn BNTZ Iunmnisiia Zr windu 0.40
wedaulng luaaziingnguties dullwgiudntfunouan Zr wdnsdouiiiaanumanzand

M insudawaugjuasilaauudegega
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6.0 6.0

5.5 L 5.5
7 1 =
G 504 . _ fso X
s ] L =
[7)]
@ 45- L45 B
£ : P
S 4.0 L40 3
7= 1 i 4
o 35- F35 =
g 1 I T
S 304 30 o
> ] I

2.5 L 2.5

2.0 L 2.0

] I

T Y T L T ¥ T T T T ¥
0.2 0.3 0.4 0.5 0.6 0.7 0.8
Zr-contentration

91 4.24 Aranuudanuuyl uaziuuannasaradasin BNTZ

ATNBARRUDIET

[WHannamagauAIANuiLLyfaatmin 500 N3N NRsenAgUsNAIANTIUN
=) ds{ =2 1 e ] ' o 2 z'/ v Y . B
enyuwin amengnsgaussndnadunzueaynrasvinnasuduiuaue (b'/a’) 1e39es
nASIEN BNTZ  snfssuifiauiudnadausendnadumeiesyuaeaionafuduiusueng
gaeianayll (b/a = 0.1406) udatiAANLdLLLYL WA luaNnITINe I ANE A AR LD
ANNANINAABIAITL 2.23 nudiuualinAnendanedliTui UGN Zr Adinau Tnadan

o

BE9sU99 60-143 GPa NFNI0S Zr winAu 0.40 windaulnalug urnegdasesiangean

v v
o X o

LL@ZﬁWN@@ﬁ@SW@@ﬁﬂ?Nﬂm Zr winriu 0.20 wandaulnelug Lﬁmmﬂﬁm@@ﬁmmﬁq AU

A audssuuyl (HK) wazdmsdouszuinadunzusapmeninaduduiuduen (b7a)
i ANegdaeedslua liimwRgaiuAA NI ey Iuﬂﬁimm@@aﬁiﬂﬂnmme_j;ﬂsum
978N BNTZ Hanmouzlianunng 3winlidnandau b/a” ueAfipuinnandnadau b/a 2e4

vianayd finaInAEMILL uazTinugnguesTuenu M ldANegdaesdiliainnng
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NARBINAIAINARIALARBUES ATITINNIINARBINANANE LTI SLIBNUHITUINUY UATIABNNUWEY

Adld 1 A a £ t#l 4 1 o ‘dl %4
‘1/]L?ﬂUiﬂJNgWﬁ:uﬂﬁ@LﬂﬁgWﬁ;uuﬂﬁl L‘W‘ﬂﬂ’}’]mgﬂﬁ]ﬂ\‘]LLNuﬂWﬁI@ﬂN@ﬂWi%ﬂ@@ﬂ‘Wiﬁ

180

160
140 4
120

100

Young's modulus (GPa)
3

=]
o

|

T L T v T ¥ T L T L T L T
0.2 0.3 0.4 0.5 0.6 0.7 0.8
Zr-contentration

B
o
L

31 4.25 ANNBAAFYEI9LTIIHNN BNTZ

ATAMNATUNIUABNTLANIN

HANINITNARALANAINNIILLILANNAFANETNMIN 1000 NFULAY NATRENAANTILY
=l a dl dl .i’ dl ge; o dl U % dl o v a a o
BT PGV RGN Wevinh s nnadn llfasinldiiasesuanisuuyuaesesna 4n
ANAINENITBNTAEILAN LATNAIANNIISILUANINAFARINBARATBEN LAZAIINENITRLILAN
WwuATlWANNIT  HANIINARBINLLYY  ANAYINFIUNIUABNITLANTINTBdEIIAN BNTZ Azl
4.26 FuwnldulaauiulEunm zr Minay Ineiaaglugog 1.34-2.86 MPa.m'™ Aitiunns Zr

Winiy 0.40 wamdaulngTua HAnAusunIuEanIsuANINgeqn uaziliunn Zr feuaz 0.45

HANAHENUNUEDNNTLANTNATAA
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3.5

3.0 4
2.5
2.0 4

{fﬂ/\ / T

1.0 1

Fracture toughness (MPa.m'?)

0.5 T T T T T T T v T v T T T
0.2 0.3 0.4 0.5 0.6 0.7 0.8

Zr-contentration

71l 4.26 AANFNUNIUFIBLANTINTBAEIIHN BNTZ

o

antTmdnaTeamin BNTZ Tidraziiludrauudaiuuyluagininessa Auends

a

¥ '

20969 UATAIAINANUNIWARNITUANTNTIANALAIANNAUINLL  TUIATBUNTY  YTE
daunniad (defect) MNnTuNTe1 TIRLUAAIANNENNUTIEUINIANANINMUNLUY LAZIUA
S : wa a = o v o & a P
N3U NHnaseaNdRTENg TWR1319 4.12 TanndunnaNdNiusiasin BNTZ wudid
ANANRUSTURtNsTAAY WunEunn Zr $atay 0.40 TaeTuatiy A1ANLLLLES 1NFU
aua g M ldasTRidnaiaigegaet1aauds
annsdAnaNREanagesian e lBdnyisniuianldn  edesdn PZT  uay
PLZT suwugn HA1ANuds uazmnusinunusiaseaunnilssunns 3-5 GPa uay 1.0-1.5
A A a

MPam'™® suasAy WeuBauiauasialddgsdn BNTZ Wwmsnfdinidamuanifidainais

wazannsnnislszensiinlulganulfiduiy
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o

AN 411 ANNANRUSIZNING ANMLILUY  LAZIWIAINTIUN N HARad 1 TRIIINA/NNNAaY

aN33ALAa (OM)

5 Mechanical property

Bi,Na, . Ti, Zr O, Density (g/cm’) Grain size (um) —
Hy H, E(GPa) | K.(MPam™)

0.20 5.17+0.04 0.78 £0.10 4.13 £0.54 4.556+0.18 186 2.00

0.35 6.01+0.02 263+0.17 3.57 £ 0.54 5.31+0.66 125 1.70

0.40 5.92+0.02 5.37+0.47 4.18 £0.19 5.62+0.07 209 2.24

0.45 5.96+0.05 4.18 £0.29 2.74 £0.55 3.13+0.31 86 1.23

0.60 6.06+0.02 4.77 +£0.52 4.28 £0.40 5.26+0.19 152 1.88

0.80 6.09+0.02 4.63 +0.38 248 +0.49 3.70+£0.47 71 1.16

a

AT 412 ANNANTUSIZUINNAMNMLILLL  LazTunanIunLnafeantRIEanaannaes

aN9IAUBLANATDULLLAINIIA (SEM)

. . , 5 o Mechanical property

Bi,sNa, ;Ti, . Zr,.O, Density (g/cm’) Grain size (um) —
H, H, E(GPa) | K (MPam'™)

0.20 5.17+0.04 0.78 £0.10 4.45 +0.49 4.33+£0.32 60 1.25

0.35 6.01£0.02 263+0.17 3.63+0.14 3.97£0.26 89 1.34

0.40 5.92+0.02 5.37+0.47 4.76 £ 0.62 524 +0.47 143 2.86

0.45 5.96+0.05 4.18+0.29 2.78+0.78 3.24 +0.50 63 1.06

0.60 6.06+0.02 4.77 +£0.52 4.26 £0.10 5.44 £ 0.24 140 1.95

0.80 6.09+0.02 4.63 +0.38 3.17+0.76 4.09 £0.16 110 1.49
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4.2.3.2 maAne@NLAN9INNasEsln Bi, Na,,Ti, ,Zr,0, (0 < x < 1)
Wetnemsin BNTZ Wae x = 0.20, 0.35, 0.40, 0.45, 0.60 wax 0.80 LAnddulnalug #
NunN13daLE ANz AN e ITus N UEEU HIRREaLANITR IABLANYIEN LasdNITANG

P WA wazanTRmsladdnyanlananimeaadsaliil

LY\ a @ a
ANURALADLANNSN

4 %

IHaNAABINANANTTR LABLANYISNTDALIINEN BNTZ Nigauunivies faaiud 10, 50
WAz 100 kHz FAINAIAU AINEANNINAABIAIZL 4.27 IHANANTWIANANTUEIEMIN9ANAIND
1 tall a a 1 all é’ = 3 1 All a a dl 4' dl
wazA1ATlABIANYEN  WudnAdNdgeIuinain A AT laBlanYENanae  lasainfiAgnud
497 azfiansmeuauesldetadudn tnaanizaismflsBidnvisniiinsuaua g douile
a o/ o 6 1 1 dl a a a ldl QI 49{ 1 1 dl a
RANTUNANNANAUTIZUI AT IABIANYIEN UaTNENLEN Zr MANAW WUTNAIAT InE
dnvisniuue Tt ls@uiuliun zr Tnanifiunm zr Sasar 0.45 aslua HA1AnlaBianyian
Angn uazAunnmesnsgrydelagianyisnan douniEunns Zr winiu 0.60 wndoulaelus &
1 dl a a 1 c al a a ¥ dl 1 '8
AP ABIANYENgIgn  uazAtunneesnsgoydelaBianvianganindog  GeAunnmesnig
grydeladianvinige  unilunannannFunngnauluiamsndniiuanay - aaduualy
anRAnHansnszaesnNilufoin MAunawRanisgoydalszq A lidnldunaw - vin
Tianuanunsnlunafiuilszqliianasnalildag  aelifunanlunishazinasdnidan
- = a e a_ Y A a X o o
wnwmafnsgaydanslagidnrsniigelildens  Tnallefansnngluuunisimeniuuesied
nd  nnanalassa¥ieneaania  LavesALlszneaurassnuedLEIin BNTZ fiuins Zr
Wiy 0.60 windqulnaiug Hsludulingudifinanasesesatstszneuidetan sendn

gavinsudINaliiianaasuulasesrasilagidnyen  uazAunnnasnisgoydslagidnn
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800 - —u— 10 kHz
- | —eo— 50 kHz
E 200 = 4—100 kHz
el
E 600-
S i
o 7 ™
© 5004
| -
Z ]
@ 400 | N\ .
2 1 ' '/\ g
O 300- \_ I e
200 | A
T T T T T T . T
0.2 0.3 0.4 0.5 0.6 0.7 0.8
Zr-contentration
(a)
—=— 10 kHz
1.0 - —e— 50 kHz
4100 kHz
0.8
[2=]
= 0.6 -
©
el
0.4 - x
0.2- zx
i == 2
0.0 T T T ’ T

0.2

T T T
0.4 0.5 0.6

0.7 0.8
Zr-contentration
(b)

g1l 4.27 Ao udNRUSITIde (a) AR ABLANTISN uaY (b) AMunnmesnisgoyideladian

73NAULTNIUNTAN Zr Tutsin BNTZ
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F1379 4.13 Arasi ln@anyian wazunnmasnisgadanieladidnyznaesiasnin BNTZ o

LRGN
Frequency
s Zr content (% mol) Dielectric constant (€)) Dielectric constant (tan5)

0.20 711.2132 0.3190
0.35 346.7381 0.1136
0.40 391.3345 0.1104

1 0.45 279.9807 0.0935
0.60 745.9804 0.8481
0.80 462.4834 0.7444
0.20 535.1314 0.2173
0.35 311.5834 0.0902
0.40 357.1906 0.0767

*0 0.45 256.6278 0.0724
0.60 370.3942 0.3861
0.80 236.9968 0.3764
0.20 490.0243 0.1836
0.35 300.8048 0.0813
0.40 347.4640 0.0682

100
0.45 249.7375 0.0653
0.60 319.5125 0.2803
0.80 204.2582 0.2709
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antifn1gdnlana
\HanaaasAran nsunulWinaedimaniin BNTZ figauugiivies fdaemanud 10, 50

waz 100 kH  AINAYAL  annduAsNIAunAndNsEAnsnstin i (Electrical

z

o [

conductivity; ©) Hasanndanuasiniduauiunienia  ddtaesiaguaiindaulnnay

a

Unauanaredntlsrdansnisi i saniaasuudamwesgungd visetauansvuuy

a

Arthenius AUEAIAINNFNRUEIZMING Log O (S.m”) uay 1/T ieAnsnszsuAduLlsza@nanis
1A (order of magnitude) ﬁﬁﬂﬁwﬁwmmzéju (activation energy; E,) ﬁwﬁ@muquﬁ
F1uHINTe99197EMI9uaL (band gap) MhAAANA 1NN lRNTN AN Aredednineed
91n3nin19mAaea feulumdeianhaueanzanuduiugisinsinanindnun
I wazAndunlaz@nanisvin I funtsiuLFunas zr winiu

anuammaaes fegl 4.28 S liudulszdninimiiihaeasndin BNTZ lutu
A unnl Zr asedaiay wudnTinisFnliunn Zr daus 0.20, 0.35 uay 0.40 LAxaulng
Tu@ﬁﬁmﬂ@:@m?m@ﬁﬂﬂﬁqLﬁ'ua_jﬁu puLnninsdiy Zr usidleiinn Zr isdusus
0.45, 0.60 uaz 0.80 iudrwulnelua inliAduLls=@nanisi infinansaetnemniss dunm

TedaRunENIM Zr iniu 0.40 windoulnalua tu Awd 10 kH, JAnaninsnuniulniawin

510" Q.cm FAdulse@nanistin A windy 1.9%10° sm” warlsvsuduise@nanisin

a o a

Wiagdi 3 (g1 4.28(c)) ANN1INANIISR9EIEN BNT NUTEVBHAENTWANAIUNIY

=

TNy 3.1%10"° Q.cm uaz BNT fiin1side Mn'" Nb®™ uaz Fe dannlinaninaniy
Frumulniingetulaefidwinty 8x10™, 110" uaz 2x10° Qem mnddy [43] o
gougfl 40°C Tartnfwaiin BNT fliiingnsdeazusnsduilssdninainlwitaiafl (o-
type conductivity) uwABafUESRNN  PZT FleRansnnistesinanseandiay (oxygen

vacanies) Tuans BNT fignunuiisaalesauaas Mn" uazNb” daunisifinansias Fe’ wumn

THatevireseandiaulnlulassaing daamnuansiasinnsfinaisiaalugans BNT duasie

dl ¥ 1 o =2 o =f aa
nswasuulasanimsunulniiededaey  luswnasdsaulaiinisansnatesgungan
\NgeTU NRFeAdulsc@nanistin Infnaesasln BNTZ Geinlidenduilsz@nanisinluin

gengnAl augnnsoin i i eudludantinininnasiely
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3000 | [ —=— 10 kHz .
—e— 50 kHz
= 2500| +— 100 kHz
E
S 2000 -
'S 15004
2
7]
w1000
]
o .
500 - [
.
/A =
04 = oo o
0.2 0.3 0.4 0.5 0.6 0.7 0.8
Zr-contentration
(a)
30000
. —=— 10 kHz
&= anvio:) —+— 50kHz
E ] 4 100 kHz
@ 20000
2
'S 15000
- N
%}
> 100004 __./ \-.
T e N
- = g
O 5000 ™
(&) N
of .
T T T T T T T
0.2 0.3 0.4 0.5 0.6 0.7 0.8
Zr-contentration
(b)
54 —=— 10 kHz
4 —e— 50 kHz
- 3] & 100 kHz
‘e 2]
ZBNNE
o] 04
o
o -4
il
.2
- -
3 fooo o
4
T T T T T T T
02 03 04 05 06 07 0.8
Zr-contentration
(c)

71 4.28 @A lWdmadin BNTZ Teun (a) anawsinuniuluiln Aurlsz@nanistn
Il (b) luanasssunn wae (c) Tuawna log
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AN99 4.14 AN WENUNIRINTN wazAdulsdnanisun Wdinuesimaniin BNTZ

Frequency - B

() Zr content (% mol) Resistivity ((QQ.m) Conductivity (S.m")
0.20 8.0x10" 1.2%10°
0.35 5.8X10" 1.7x10°
0.40 5.0%x10" 1.9%10°

" 0.45 5.9%10" 1.6Xx10°
0.60 2.0%10° 4.9%10™
0.80 2.8%10° 3.4x10"
0.20 1.4%10° 6.8X10°
0.35 1.0x10" 9.6X10°
0.40 7.7X10° 1.3%x10"

> 0.45 1.0x10" 9.9%10°
0.60 3.7X10° 2.6X10°
0.80 5.7X10° 1.7%10°
0.20 6.7X10° 1.4%10"
0.35 4.8X10° 2.0%10°
0.40 3.5%10° 2.8%10"

%0 0.45 4.0x10" 2.1%10"
0.60 1.5X10° 6.3%10°
0.80 2.4X10° 4.2%10°
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antimnslsaannsn

AnHaNsANEANTRNSsBLENYEN A eResile Sawyer-Tower circuit finad 50 kHz
Iinaniamasesdauandlugd 4.29 Anmnurremudamestiaremin BNTZ ynansdou
AsAuBn Zr ssslaEnffiauna ity 20 Alalaas wasdaufumanuvedng
MBANEITAAN ANAT IR NANGUNL I ALF AN TiN BNTZ #iunas Zr slaust 0.20, 0.35,
0.40 finnslvarinuudarnlsfAanstin i lusanTu wAntsunm Zr faus 0.45, 0.60 ua 0.80
daulneluatiy danadiinniswasuulasunaresuanuiuvasiresnudamessa

dl |d%l v a ! al a oI/ o o‘é‘ ¥ v I o
nvnfau dutegudBuianisnanlsadureslilamusmaulding mmzainisitlnfiizes

dl o

318N BNTZ ansnas sisaiiiasannaunainilslaifiesmetasinldAnntsnan ladia
fianaasidaunnsasmelusadlaseairanan awnWanslludmeanenizinslstdanyian
(ferroslectric) lunuUEameIaaT09@ain BNTZ ffiunns Zr fausl 0.20, 0.35, 0.40, 0.45,
0.60 waz 0.80 wndulnelua (31 4.29) el Anauny Al fewdnns beak down
(g1 4.19) LAZHANAN I RAN TN AN EN AL AR Ta AN 3L (P) uazArlwanlsindus

4940 (P,) AINANTN 4.15 Wuddn BNTZ dudarwanlsidunvasivae (P) wazilen

a9 M

a o A

aunaudsinanlserdu (E) FNNN B9 NeUAdeTiianUAEEin BNT ﬁﬁﬁ@w%ﬁm
aunwlfnaudng (coercive field) gaita 73 kviem wazAntnanlnaduiivaswide (remanent
polarization ) Wiy 38 (UC/cm?) LazifiefiansanAnuuvatNTemUEdINeITas
wanglunne 4.15 wudndletiunns zr Waau igmnsomanld Wesanndnsraesnany
B e e (Lt e 3\‘1zﬁ“uﬁa:rgmfj']f’ﬁmmiﬂﬂw?ﬂﬁﬁﬂ?uﬁmmnw'a 8199
LanANENETsREnYnULLLTS (hard ferroelectric) IiatRNLBuN Zr My duile
ﬁmsmﬁquﬁugﬂu,uun'mgmLuummiﬁﬁl@ﬂﬁj‘mmlﬂmﬁﬂ BNTZ fnassmailaeuuilases
Taseaie 1aaziiaaseslaseafuuuseniudnsea soniumdrealasaZ auuLLLLIARTS
nuea %'m%islum'q\i Morphotropic Phase Boundary (MPB) iuiagiarivieisndn Ba(Ti,Zr)O, uay

Pb(Ti,Zr)0,
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Polarization (uCl/cm’)

M XXX
I T T T

SO 000
o RWwN
(&)

Electric field (kV/cm)
71 4.29 a9uBamMeTTAT89IRN BNTZ feaaz 0.20, 0.35, 0.40, 0.45, 0.60 Uy
0.80 Tneilua TnsdpiiAnaunndnUszanns 20 Alalaas Ineldarnud 50 1Hemd

AN94 4.15 ANAeiNINandaeiuaNtT RIS IsaLanvianaadeEs1nn BNTZ 1ia x = 0.20, 0.35, 0.40,

0.45, 0.60 kA 0.80 wrddulneiua

Zr-content
P P, E,
(mol ) . P/P. .. E/E, qu
(ULC/em”) (ULC/em?) (kV/cm)
fraction)
0.20 3.69 3.86 13.27 0.955 0.66 1.08
0.35 0.45 1.22 7.86 0.36 0.39 0.41
0.40 1.28 1.68 12.5 0.76 0.62 0.81
0.45 0.35 0.86 6.99 0.40 0.34 0.43
0.60 11.588 4.99 18.50 - 0.92 -
0.80 29.34 25.33 19.57 - 0.97 -
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60 -20

Polarization (;Cicm’)
L
Y
8
4
Polarization (Clem’)

[0 -éo//(o"l‘,-ﬁ'u 20 %0
- L/,r‘:’_
- -10 4

| X=0.20 X=0.35

Electric field (kV/icm) . Electric field (kWicm)
6 15
— 4 » _ 1.0
§ el :
2 >l g e il
5 — _," : & . : 5 , ? 00| —gn T . :
= 40 20 _pa" 40 £ 30 20 o 2.7 10 20 30
= 24 ™ £ 27
= 2 ..""
$ e
= # 1.0
ol X=0.40 454 X=0.45

Electric field (kV/icm) Electric field (kVicm)
15 204
s
-'.r'1'n d T

Polarization (Clem’)
£-3 L

1]
H
3
S
8
Polarization (i Clem’)
&
.3 4
3
H v -
3
8
“b
g

5 ’ )‘_I
10 -
i 'r.f “‘1-._.-‘1-5-""".....
mmn et
o7 X=0.60 & X=0.80
Electric field (kV/cm) Electric flaid (kViem)

71l 4.30 AnwuzanUBamesta neunianig break down e liAaWN AR

eldarud 50 LH9med
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70

60

50 4

40

Break down field (kV/cm)

20 T . T . T ¥ T T ¥ T x T
0.2 0.3 0.4 0.5 0.6 0.7 0.8

Zr-contentration

31l 4.31 AN break down field T81@31AN BNTZ 1a1/31104 Zr Aiaus 0.20, 0.35, 0.40, 0.45,

0.60 Waz 0.80 tArdqulnglua

4.2.3.3 N15LATIZRIASIASIHNANTRING BNTZ Tagdgisanioas
NN93ATHIATaRE9NANIALAT Rietveld BHANNNNTAIULILANAY (model) TAT9a51
= o v PRIy P o X 4 | o ~ o = =
uan  Tnuendedayanldaineuidanawmind Tewudndas BNT dlassa¥ewan lunuy
Rhombohedral #4tis n1stAs Zr adlu BNT asanaazarapnlsnauindinsasiie wani
pieARsiusanaazinislaguulasluizesasmunvesiamas (unit cell) 31 4.32 uans
IANATIINANAIFUAMTUNNIN Rietveld refinement

ANNNNIDVALLLLANABIFIBIUAINAT WAz Milswnsn Powder Cell [41] Tunnsnmgay

= =KX v

. dﬁl o a & o =2 o o " dl |
fit WuNINRELUIesAiend seuanslugl fegd Tnadaydnwal + Fauiludunsuansiedeya

a

a3aflfanniATes X-ray diffractometer  @audunud@aidunsiaiauiedauiuudeya

u

a = dsj v [ ! ! a .

a39 Tnelunnadsunuuil Taansdfusauls (parameter) AT LW ANENIUARTIT (lattice
1 1% = 1 = o 1 | v

parameter) HNTSUINLUNY AIMHNTNUTBINA gﬂﬁ"N‘ll@Q‘WﬂLL@ZWWLLWH\W@\‘I@%M@N dusiu Tag

Fouaiwanid  aziinaasuulasmnaianinisldilsunsuuwazilasusoulsesinadoaniiss

(%
=

AuFunanannuLLaNaaei e lun19adss TNl UAuLsauns el ARHLANANNIEIGNa
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wuuanaasuazdayaassdeangn melugilldgnuanslaans @mands uaas A NLaNFIa
Aanane wanani Aulndipaslunis fit Wignuandldlaesn R Beuandlunisa 4.16 niax
TANAINENINULATE NIz duNUIasTAsvaFHANTesansUssney BNTZ  Milsunns  Zr

Fnae] i

F1379 4.16 AgUnan1aneiitassasenaningds Rietveld Tnald Space group R3m 2@4m9

Bi,.Na, . Ti,,Zr.0,

X R, (%) a=B =y () | a=b=c(A)
0.00 9.89 89.8806 3.8835
0.20 9.46 89.8797 3.9205
0.35 9.89 89.9095 3.9501
0.40 9.27 89.9054 3.9712
0.45 10.07 89.8837 3.9663
0.60 10.01 90.1389 3.9920
0.80 11.01 90.0977 3.9663

o '
k4 o

N v g oA - - S
@”Iﬂﬁl’\i"\\‘iLL@ZgﬂVImﬂ’J‘H@\‘i RAAS ITARINAALTNN LAY Zr WNNNINTY A9UIaNAains

IHfaIauAIUIAIBIMNEIARINNTL AN LN a, b, ¢ NANEGITN A2UNNIZUINauNY HANET

al

aungziadnlnalasead1eaes Cubic LL@xﬁﬂ?‘Nﬁm Zr Wiy 0.6 uaz 0.8 Andaulaalua wudn

'
a o

AYNHANEINIY 90 e aelumnnunaiilunlaseaiieuuy Rhombohedral azilunuiivinygs

Munu 90 agA1 dennuiiuldlsves Taelunsdil asazdluldlfdnlnsead1saasans BNTZ

o

dy = % =K [ dl dl % o % =2 ?a// % 1
2090l a1aaziiasadnaniduluuay mnsaiuuuanaasiasainanasulud Aag

dlugansieain Tudiaesdn R, eglunning 4.16 1 denedududigees esaindanag fit

A

DodiAmuN N - gatiumnsacliiAn R

q

dgj o al aa . :J/ dl
WHUNINWLALILLUIBNTAIENT IAtRE  Rietveld W 9 0

Uszanny 5% viram1ndn ausuluanuddsdl WegannTdsunsy Powder Cell wlulilsunsu

o

X v 2 v A ] Y o o o o = | ) v
LLBNAIY "‘INS\IG]’JLLﬂﬁ‘iﬂL@ﬂﬂﬂ@u‘ﬂ'N@’mﬂ AN ?’WEIZQ?.ZL@EIWLI@\‘IIﬂiLLﬂ?N ’ﬂ’]@@ivl,ll@'\ll’]ﬁ‘ﬂ fit Ilﬂ
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Andnil sedilunsisedalasBminnag fit dayn Taanisld Tsunsy GSAS  @edadilu
TsunsunmeguRinidadauun 1 lun13Ri lAsNa59Nan wananil anaasdadinig
a9

Vudayalud Iaanisiwmseing BNTZ tneldieses X-ray diffractometer #iNszA1 background

au
[

. a o = o a [~ pry ¥ dy o al r:ll
noise AN LL@Z@XNﬂWﬁ‘ﬂﬂ‘Uﬁ"]H@ZL@F;Ims],uﬂﬂﬁ‘m‘]_l?]mﬂ@ L‘WﬂslmﬂLLNuﬂW‘WLZ\]F;I'JLLIM?JQ\?NZQL@T]‘]W]

NAUNINGITL
o000 OOBwa
Ti,Zr
‘ "‘ ®
i

71l 4.32 Tasea¥ranananaedsssiuluszu rhombohedral
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32078 T T T T T T T T T T T T

XBNT
~BNT.dat
-DFFF
16039 -
0 I I I [] [ ] [
‘
10 15 20 25 30 35 40 45 50 55 60 65 70 75 80
gﬂ 4.33 Rietveld refinement 48404 Bi, .Na, . TiO,
40967 T T — T T T T T T T T T T T
x20 i
-0.20.dat
~DIFF
20484 |-
i ﬁ‘ . J L 4% n‘u g e
0 [ I ] ] I I m I I 1l
Mvw\"\vu“ " *"ﬁ"‘ o 1“.,”«“ b Y i T L TR P MW -
20 25 30 35 40 45 50 55 60 65 70 75 80 85

91l 4.34 Rietveld refinement 12464 Bi, Na, . Ti; ;2,05
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43624
X35
-0.35.dat
~DIFF

10

21812

-, Desisrssectormperrdyapmirmpnth
e (TS W
A
31 4.35 Rietveld refinement 124964 Bi Nay  Tij 027, 5:05
36317 X0
L

18159 |-

85 90

71 4.36 Rietveld refinement 22964 Bi, Na, i) ;2 ,0,
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37271 T

x45
~0.45.dat
-DIFF

18636

it st bt Mneprot WTI——"
20 2‘5 3‘0 3‘5 4‘0 4‘5 5‘0 5‘5 éO 6‘5 7‘0 7‘5 8‘0 B‘S 20
31 4.37 Rietveld refinement 18464 Bi Na,  Tij ;. Zr, ,:0,
54559
X60
-0.60.dat
-DFFF
27280 -

71 4.38 Rietveld refinement 212464 Bi, Na, . Ti;,Zr, ,0,
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51389

X80
-0.80.dat
-DFFF

25695 |-

91l 4.39 Rietveld refinement 2124644 Bi, Na, . Ti; ,2r, ;05

MM9LA3EINKS Bi Na, Ti, Zr,0, lNaN193LATIERLATINS19NAN
= v = 9 - A PN =
anaasziiassaianandeltsunsy Powder cell essuiinanauiu Je1 R, g9
a A X o = - ) . N

anafiaiiesangluuuNsREaLBYesAenda89n Bi, Na, Ti, Zr,0, (0 < x < 1) Aitfunmu
NN Zr gas9us 0.60 uay 0.80 tandoulaslua faiiWasesuagifFunys 20 ~ 20°-30°
=® 1 a dgjd | a % =® [ :J/ =® o o
[eAAdlasesLFliNasion1IATilAseaFaNAN Aetivawinnsliulgsnnininaasng
Bi, Na, . Ti,,Zr,0, (0 < x < 1) Tnannsianssssuaungmuuuni 150 °C newinniswses Wiela
ANNTUDBNAMNANIAIFU  LHASAMNWLINAIFIULNGAEY @19 Na,CO,  WuaINInmn
Ufmsenmnduluainialidng Aa19azyn LB uA 9 Aes U 4 lunnswsanE AN
AaapaeullanlFunaasfanilumuanniaed ldunnides antuszauns Bi Na, Ti.

Zr.0, (0 < x < 1) nagaumgnugiuaalmimanzan Tnaldgumngdssus 650, 700, 750 uas

(%
L

800 °C UAzAIAANNLEANDBRUNE WudgLuuunNsdastuwIesidendsiaus g1l 4.40 s g1

4.43 gruupiuaalniiuunzanme 800°C 1 Aaliiug Bi Na,,Ti, Zr,0, (0 < x < 1) HATUNIN

110



a =2 1 1 a | a dld a
A eldfiasestsngetiae  Havsdumainaaniaanusign

Tanvasananineddzannassalll

&

349 A1u9ntn Azl

a

[ F : o
| calcination 650 C \
u ol : x=0.80
:.,:_h:_.._\ / P ay e,
! 2 x= 0.65
- 1 . x= 0.60
= i J - |
=, 1 R x= 0.55
Q J| x=0.50
7] A N
s | s
S | ‘ x= 0.45
15 A — e
I _ x= 0.40
A " x=0.35
, x=0.20
_ A LN S s,
BNT: ICSD file No. 280983
i : i I | A, A
20 30 40 70 80

50
20 (degree)

71l 4.40 gluuunsREauLLeIANTazaNeLeudsss UL BNTZ waa lninguugi 650 °C

calcination 700°C |

x= 0.80

x=0.65

x= 0.60

x=0.55

x=0.50

x= 0.45

Intensity (a.u.)

x= 0.40

x= 0.:'?

S

i N

x=0.20

p—

BN‘T: ICSD file No. 280983

A

20

30

50
20 (degree)
gﬂ 4.41 gﬂLL‘Ll‘le';“LamL‘l_lummmmzmmmLLﬂqa‘z‘uu BNTZ LLﬂ@VLGﬁﬂﬁqmuqﬁ 700 °C
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calcination 750°C |
| ) _ x= 0.80

i | x= 0.65
|

x= 0.60

| x=0.55

| | x= 0.50

J_{ x= 0.45
‘ x= 0.40

—

Intensity (a.u.)
|
l
I

I , x=0.35
Lo o |rm__) I A

x=0.20
.
 ERPOTSORRRY) | [NSUEIETOTS NSRRI, | [RPRSTORRRE RN, |

BNT: ICSD file No. 280983
i . :l l " 1 . A i

20 30 50 70 80
20 (degree)

71 4.42 guuuniaiRenILNIRNANIATANLRILTITE UL BNTZ uaalaingoamni 750 °C

| calcination 800°C |
il ; x= 0.80

1 | x= 0.65

| . ) x= 0.60

— \ - T SV

I '. x= 0.55

1 ) x= 0.50

J J1 L — S —

l : x= 0.45

Intensity (a.u.)
s
|
[
!
r
b

S ]

BNT: ICSD file No. 280983
i i l M ‘ A i

20 30 50 70 80
20 (degree)
71l 4.43 gluuunsiREaUBeIANTazaE eIz UL BNTZ waa lniiiguugil 800 °C

112



4.2 4 grsiganldipanlnmiunigaslalunRauaunIuu (Bi) Na,.),. -La, Ti;,,Zr 0,
il 444 wassgUuuunisidenwuureaindadminmas lnnuwsnge flaumResosuan

NN ((BigsNay ), L3, Tip 41 Zr, 5505 BNLTZ) W@ x windu 0, 0.005, 0.01, 0.02 uax 0.03

1-1.5x
windaulaelia Wulddn wanfin BNLTZ nifisnninside Rgtuunisasaiunliunnsneann
w9fin BNZT iiesaniBununisiaesaudnariosaesuaunim (La) wazau1nsalllaaanaed
La®" (1.16 A) [42] flenlndiReaiulansunes B (1.17 A) [42] waz Na' (1.18 A) [42] Fusu
Fravmnilasea¥ananiduuuy rhombehedral i3 pseudo-dubic 71l 4.45 uaalnseairenn
4AN1ALDIAIBENN BNTZ way BNLTZ winlidn Tasea¥renisqanimaas BNTZ Usenaudoy
nsanAEnduuTies uazilamnansulagedslszan 5.9 um lunsdiaeamsin BNLTZ
WA wansuanaadieinunnde La Wsdu aadn nmadin La Tqe115u1lgamana
TsgairaneqanipaediEsIin BNTZ ﬂﬂﬂzﬁﬂmwwuuﬁﬁmﬁu TneArANILIY way
PNANTUIRFIR T MHALAN TR 4.17 m@m@ﬁ%uﬂa;qﬁmﬁ@uﬁuLﬁiﬂﬁﬂizuuﬁluﬁﬁ@
At La Ly BaTiO, [44, 45] uay Bi,Ti,O, [46, 47]. 31l 4.46 LAnIANASTILABLENTEN (dielectric

constant) wazAINIgeULaelaBIANYEN (dielectric loss) NgaumMnRFasLedEanin BNTZ uas

Q

'
1o =

BNLTZ w191 dielectric constant 284113130 BNTZ HANA18A LAzt THiNaun usunng

q

o
a a

A7AN La MANIN A1e97 HUaaNnaInANuin UL e s I AiNTL wasnsinuives
loaaundilszagendn (La™) fuleasuniilszqasingn (Na' way Bi) au sinums A Tulaseaing

(donor doping) WpAnssnilvnlfiAntesdne m Aumis A (Asite vacancies) 1lilgnns

u

4
=< ¥

\AReUTI09TaLIA LY (domain wall motion) 41881 uavinl dielectric constant NANgaTusae
Chopra wazanse [48] 1AM UnTRATe9979 D Aumts A {HagannHatesnnTAe LAY
(donor doping) #ae §11FLAN dielectric loss m@a%umuﬁwum@mﬁ@uﬁLLuq‘EfImﬁlsJ%u Al
sanAdasfUAN dielectric constant LAY FuflunaannisndeuRvesaLlnmy 51 4.47
uansanalsBEnvEnessiniane Wivlddn fansazund e wesnnmein
Aannauanvindewdleuguny iy duiudinanlsdunsdrareamniiniaun Aeudna
waaslupnag 4178 eienAumndn BNT (P, ~ 8.3 LLC/cm” [49]) A9 1978N BNTZ waz

BNLTZ  Aaudnsinviings  sialdinnsinmninanlsiduinldenn  wananildnsnizasui
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1 ¥ a tﬂl % dl % v o a A % A % .
AU a1aliasanlasaienAdanuAtinaae eLuﬂ?Mﬂ’Tﬂu’]NVLWWW@‘LIﬂ’N (coercive

field) Wikledn ANAaNaIlAIanaY 48AARESALINTTAASUATR9UR9ALNUAINA1IN LAY

(110)
=i (200) (211)
E-' f (220)
(111) (301} x =0.03
% n k A . X SR
< o s =
H I )
. ' x=0.01
- I. A A -
A | - -
- s X2 0:008
--.-—JM‘ Jl - ‘l"* A x‘-or
20 slu 4'u slu s'o ?'u s'u 20
20 (degrees)

g1l 4.44 pluuunisiaeuidendueamsin (Bi, Nay ), , 58, TipsZr 05

v a . .
31 4.45 TA39AFNNNRANIALRUTINEN (Biy Nay o), 1 518, Tip 4127 5005
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300

#dielectric loss ________...--—--""*(

» dielectric constant - 0.020
ty* 280 4

-

§ 2604 —o.otsi

E

g 240 4 L 0.010

220 T T T T
0.00 0.01 0.02 0.03
La concentration
71 4.46 antR I BLANYENB9LEI AN (Biy Nay ), L8, TiguZr 505

«[(a) {(®)
g g
T o ] T !
g = £ il
.gﬂ‘ gﬂl
3 s
2 &
o8 e
-30 -20 -0 10 mn X 20 -10 10 20 30
Electric field (kWicm) Electric field (kWem)
0.8 (c) ey (d)
F o °F o4
g g
= - 2 -
= "~
i 4 i
504 B.0ad
2 2
o8 a8
0 2 0 P b T T ) il
Electric fiald (kVicm) Electric field (kW/cm)
LT (e)
l%‘ o4
g
0. 2
§ d
i
244
g
28]
ENE ) 0

Electric field (kViem)

31 4.47 Hysteresis loops 1244197300 (Biy Nay o), 4 5,18, Tig 11270505
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AN919 4.17 LAAIANBILENINNLNIN LALANTR INANYa91m3Rn BNLTZ

La content Relative Grain size P E,
g’ tand* , R,
(at%) Density (%) (Um) (UC/em?)  (kv/em)

0 91 591+1.94 238 0.0154 0.11 4.93 0.42
0.005 92 5.79 £ 1.31 243 0.0129 0.1 3.75 0.40
0.01 94 568+1.06 254 0.0099 0.10 3.43 0.19
0.02 96 3.93+085 274 0.0202 0.07 3.36 0.18
0.03 97 3.85+0.73 285 0.0212 0.10 3.21 0.26

4.2 5 grsiganldnaninmungasiaunaaluladan (Bi) Na, ], [T .26,
XNbXO3)

uaannsAnEnaninazasnAe luladenluasazatavasuds Bi, Na,, [Tij,.Zr

0.41 0.59]

0, MFuunadNwiaiy 0, 0.01, 0.03, 0.05, 0.07 Az 0.09 tAndulneTua HOUUYET
winnzanlunisuaaloiae 700°C Wuaan 2 4alne uazwndumeshgoamni 900 °C luaan 2
dolus gUuuuNsRERLLEeI AN TIBINAZIEI Il [BiNay ], Ti s 2 soli,ND,O,)
A % =X = tﬂl = a tﬂl o 1 v
71l 4.48 wugnilaaainanuuuseniuEasea Wasanwafansideua s liniefinuan
= e 1 @ v = Y o =~
wapalvIuIpesmasilaanausntey  Gvasspdesiudayatunnleeauvesiulaiday
(Nb” (r = 0.64 A [42])) Pawalunindnleaauaaslnmiiian Ti (r = 0.605 A [42]) uslauna
WWnninasne leaeusesmasiadian (Zr' (r = 0.72 A [42])) @annlhia Nb™ wnud zr' aenn i
Nannsuasavemasuioy  lunstireadsdin WeiNlENIns Nb 6ausl 0.07 uaz 0.09
wedaulneing Uingazesinisaaes mweflamon uasiazesanstsznanluiau anaaziia
AINNNIANAZNOUIENINNITWMES FapdeDeiunstinesnisidae Nb Tuans PZT [50] AAIH
WUUUANIN 18909 ANTANDEITNINN 92-96 % WHaNEUALANNIIUUINNNGE]) Wand
gl 4.49 anuziAeniy IuANIUTEINLENIM Nb gaaiuiniawamnsuiliuniiuanas

pgaiulddaauianinanasain 579 pm weamsln BNTZ D9 3.52 pm 209@san

BNTZ/0.09Nb gl 4.50 @aifinauainnisiiinansiaeaiiasiali (donor dopant) iuimgariy
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nN3fiuesans BaTiO3 1@ Nb [51] uaz@1s PZT 1aa Nb angtl 4.51 wudnAANENUNIug

]
KX A

wwalduanmasetaiulidaan eminEun Nb ge1u GeiiAeglusedu ~10° Q-m 798

AlndAeiuansluszuy BNT-BT [52] Aldlunisvindanladianvisn dousnasiladidnyisni
a v | a a s a o oA 1 a

unities uazANIsgryidenaladianvandagd 4.52 wudndatanasludeaBuiainisss

a
v
o

Nb Faus 0.01 way 0.03 wedoulaslia T9a1RaLNARINAIAMNIUILULNARAIRY LAaTH

oD

wnIdiNTwleiNENIL Nb 499U anaazifialiasainnisiaaouinaeniialnmus ifde

dll a A all | o 4 dl = o o o dl o dl
WalAnasaaniduamqld  (donor dopant) THANMNANRUSILULIATAUNIUNAARIAY B9

1 1
1 =

5u10n191a8 Nb 71 0.05-0.07 Wi liilusnauniAadlagidnyizngsngn

(a) I Dunknown Vv ZrQ, ¢ Py tb) VZro, 0Py
o o X=0.09 o |\ X=0.09
L |w.5 DO0p —N\MIL“‘— A A
I X=0.07 X=0.07
S e sl A
LA s
z . X=0.05 z .{ )I . X=0.05
@ \ I\ it A @ I ! e e
@ a
5 X=003 | E X=0.03
E . E
! A A D W N .
| X=0.01 X=0.01
JI A II| ‘L
\_ P N e J\ J J e .
| 110 (200) @) %=0.00 (1o {200) 211) X=0.00
wooy V| (111 I&l @10 ) @20) (301) (o0) v Jlt\, (1) I ewo (220) (301)
T T T T T T T T
20 30 40 50 70 80 20 30 40 50 70 80
20 (Degrees) 20 (Degrees)
v

91l 4.48 gUuuuNIRELLEEINABNTIBY (a) HIUAY (D) LEIRN [BigNag o1, ol Ti 41Zr sl

bexOS

m — i_/.-_"“‘-i-""'-_—-. .
\/

o
L

Density (g!cm’j
i
(wni) azis ulein

|

T T T T T
0.00 0.02 0.04 0.08 o008 010

Nb concentration (mole fraction)

71 4.49 ANNANRUTITUTWAMNUUILUY TUIATB9NTI UAZITNIUN9IAS NbD

1uLsﬁ 78N [Bio.5Nao.5]1-x/2[Tio,41Zro.59]1-xN beB
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51l 4.50 TA994519N1998N1ATDLEINRN Biy Nay ; [Tiy 1, Zr, 5] O 1aa lulaiiew

5.50E+008
—n—20 volt
5.00E+008 - A\ —o—40 volt
\ i —4— 60 volt
= 4.50E+008
E b
G 4.00E+008 -
2 A
.E 3.50E+008 ‘_.-/
=
2 3.00E+008 P N
]
*—
x 2.50E+008 - n b \. .
2.00E+008
1.50E+008 - —y——n
‘/' = e
1.00E+008 | . : . . !
0.00 0.02 0.04 0.06 0.08 0.10

Nb content (mol fraction)

71l 4.51 A NANTUSIENINAMNFNUNIW ANANANY waziEununisiae ulade
luersniin [Bio.5Nao.5]1-x/2[Tio.41zro.59]1-xNbxos
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5504
— ]
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€
© 450
g
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5] e
@
o 3004 e ——ia ®
a - v B
250 - e '\;
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Nb content (mol fraction)

o o o 1 1 Adl a a ! a a s a ' dl
g‘ﬂ 4.51 ﬂQWN@NWHﬁ?ZMQWQﬂWﬂQW1®@L@ﬂ‘V]'il‘ﬂ ﬂﬁﬂ’?ﬁ‘@;ﬂ‘\_’lmﬂiﬂ@L@W?ﬂ ANAANND LAY LTIl

nsiaalulaidesluwmsdn [Bi, Nay ], [ Tio 4126 sl ND,O,
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4.3 grsigsnlapengasiaiue (Bi, Na,Zro,)
4.3.1 uansLesannsdaanlananciasiaim Bi Na, ZrO,

AINNNFIAY  WUFIANNIOBITENNG  Big Na,,Zr0, WdANusgvagels  Taenng
al
X

a

Auasziinguungd 800 °C wlunan 2 dalus adslsfinn aandeyan

u u

. g X
agfluaniytl /19l

a1qazillaseafrananifduuuy Tetragonal via Orthorhombic Tednsiwzas i@ lun1maaas i

= a =

X 4 Y @ R, A o " e | &
HNITENALLRINWNAALS GINLLZQNGL‘Mmummum?Lﬂ@ﬂuLLﬂ@\‘iTm\‘imm‘ifﬂmwmL@u @ﬂqﬂiﬁ‘ﬂﬁmﬂ slu

a o dy v a s % =® a % = = v
Adeil azldinnsnmsiinauazlasadnanlnaazifan uwasaslin1simranans iimnw

1
<. = =

a ad‘ 1 | = dl 1 val = o = 1 a o g
UIANENYINQALALNDL ludaetnenuun lefnsAndadslunnmsan Ly BUNNNAIATIZN

a Q a
(% ]

TUALAZLBUNUIAIANTIRLANFN 19U Bi,O, ZrO, war Na,CO, 1899 anuiuassnldlunng
Aumsed Tudeasduniudn nad Na,CO, uarnisunuaaliianinds dnavnliiunnuns

uteutiasaiunn uaz ezl Mawinnsdmseiilasaiananasdansiios

raw data

2000

1750 —

1500

. 1250

counts /a.u
-
o
Qo
o
|

750 —

500

| [}
| ]

250 - |

| A
w#«k Whatsoipiuns Y Snbashesd Niahpasd WMWMWW

0 Iil\IIIlIJJJII]JJIIII||ll|\IlllIJJI||||Illl||llllIJJ\||JJI|

[ [ [ | \ | [ I | [ |
10 20 30 40 50 60 70 80 90 100 110 120
2 theta /deg.

91l 4.52 wuNWAERLILERINAIBNgU8984 Biy Na, ,ZrO,

I O O O I
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AnsnauaIRLLlTA1e Ran19RILATIEYiNG BNZ

4.3.1.1 MadaAsIzRaEsIdn BNZ Tnanisilaaunilasguugiilugag 700 - 800°
gtl 453 wazmnse 418 waasdayatwriningllssudnanasien  LarAnEIENI

a a o = (-3 P2l aa A Y aa £
meanneesearindadnlnnaugeflawn  Wiulddn weldwaes Inaaudu@iuualiy

a

PR X = X o = - Y v
@m@\‘]LNﬂ@qMMﬂN@J\WJu gﬂ 454 Lmm\‘imﬁ?Lﬂd's“f;luL‘Vl?;l‘].lgﬂLL‘LI‘LIﬂWiL@F;I'JL‘leﬂmﬂﬂwfﬂ\‘mm\imu

a

LmeLﬁmﬂﬁﬂﬁzﬁﬁmeﬁﬂmLﬁ@ﬂmumLmLm@%ﬁ'qmmﬁ 700, 750, 800 uar 850 °C
PNANAL WUAWIT 700 °C dsznevudaemaesieiaduiiasaie Bi,0,, Na,CO, uag
Zro, L‘fimmnwﬁwmﬁi‘ﬂumﬂﬁmﬂﬁﬁ?mLm@%ﬁﬁfqmmﬁﬁﬁﬁ i niafadgAsen
anysnd mm’]ﬁmm%mmﬁﬁmm ﬁqﬁL‘V\Immm%&ﬁuﬁqmmﬁmmﬁ@ﬂq’ dVFLRRNT

rUNYA 750 Uay 800 °C Usznausainaaes Bi,O, uar ZrO, tnaue@siniiai 800 °C §

1
=

Tunnuatutlewisaesatindaand ngwni 750 °C andeyasinans Andn Ngumn)igeuu

IS o dl o asa = o [ a | a a o = g
@W@NW@QQWHWGL%IHV]’]UQH?E’]LWEI\TW@@’WM?UTH?LT]@ duasdsenavmsiindadnlananigas

a

Tawum atalsfinu lunsilaenanngungiige 850 °C wudn wawes Bi,O, uay ZrO, A9

a u

dsnged wasl@maesinaguuiaaargiuIduauNInNgeg AnRasina1 A1adn Usen
wealmidelianysal wazfinaaenazaizaes B0, dudussdszneumanliuasuaniam
lAeslamaiaty ewindneusdusianseenlafilfidvaes uazianmasninadi
AIUUNNFINGI 825 °C [53] vty nswnigamnd 850 °C Aeddliianansavinldnasniin BNZ

AilaL3gnald uazdainlidaunanmssiy Bi,O, iAn1suasuazantfat anuang unaes

a

L198N BNZ ingoegnungd 700 - 850 °C 1@adn Nguungiuaalail 800 °C mN1zaniign

9 a

° o = a XA ~ & o | a
Avdunissiraarsasdnszunlulil WeaswindiBuouaRetlusn  warldifanisvaanaas
dounanERsu A miunisdsngreanaasfiesiu Bi,0, uar Zro, TRNENNGUMYRE A1A9n

Tladtiue 108198960 Na,CO, Nlieanaduiunisinialjisen guilleulinansenuse

k1)

a o 1

nsnamazes Bi,O, waz Zr0, lungsdndey ananyRgIuAInans AdldvianisAnem

an1zn1aEraNdnly TaeN N TN R IA R T NTHA TUE91 1108 5 — 15 W% LHILARA

lmingamni 800 °C luaan 2 dalus
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;1374 4.18 dayatinfimeldszndneanissranuaznisiiiuaa lolssndeniamses

|19 AUUDA (RIAN) vnminmelludaun vminmelnRaenLAg
NEN egad

BNZ 700 0.0124 0.8137

BNZ 750 0.0044 1.4113

BNZ 800 0.0340 1.3326

BNZ 850 0.1035 1.4190

a

71 4.53 nnEEE BNZ MANNNSnNgaamaisine e a-d Ae Akiguugi 700, 750, 800

a

LAY 850 A4AN ANNAAL
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Intensity (arb. unit)

20 30 40 50 60 70 80 90
20 (degrees)

71 4.54 unLNREILNTIRIONTUBIRIAISIU uazkaEINEN AR T UMY HsNa

4.3.1.2 mafaaszirasniin BNZ Taansilfzuudlaabanuasasu

3l 455 Wazmne 4.19 LL@mﬁ@g@i’iwﬁﬂﬁmﬂiﬂiwdwmam’%‘w WATANEILENI
nenmaesrssAndadnlnfenseflamslaenis Aol aaBunns Bi,O, War M1
4.20 LL@@Q%ﬂﬁﬂ@ﬁﬂﬂﬁﬂﬁﬁ’miﬂﬁ‘zﬂdﬂﬁﬂ’l‘é‘wﬁl‘ﬂw WATANHIUEN NNILNNIBINGTIIHN BNZ
Tnensuwaeuulaeianm 20, Wiulddn weildvdes Wuieaiune BNZ wiuaalndi
anNANaiugl 4.48 uaz 4.49 Lmmgﬂumumﬂgmmu?ﬁLfaﬂsﬁmmm BNZ/xBi,0, Wa
BNZ/xZrO, e x Wiy 0, 5, 10, 15 muAnsy Winlddn wivlainaudnfineesanedes
Bi,O, uWar ZrO, Hunliudisidu Lﬁ@ﬂ?mmmﬂﬁmm%\aﬁuqﬁu AINUARINATY  ANAGN
Usannses Bi,O, uar zr0, Hunniiudmiunafiafiisannielussunns BNZ inliiunm
avsanaieasafananaluansUsznauilinnu athalsfiann 31 4.56 LL@@QE‘ﬂLLUUﬂ’]?LgﬂQLU‘M
5denduagueimaniin BNZ/xNa,CO, funns x WL 0, 5, 10 uaz 15 ANNAEL WU
wunltinaassunnuna Bi,O, uar ZrO, anad et Funns Na,CO, sy Aegn BNy
Na,CO, ﬁgm‘fﬁ@miﬂ doglimnuuslmudnsdiunieaiaesdiunanluanssznauanas
ﬁﬂﬁmﬂﬁmﬂﬁﬁ?mmumﬁﬁu pasfindsiinosuduileReatisnniy uﬁngm‘ﬁ
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apnAdeiLANyRATIUA FnaadLl 41 UFunu Na,Co, Nlifesneseudnaniainfisen
o W g = , - & V.
i hlgnafnanes Bi,O, uaz Zro, lunseaniinszuu it uananil nasanaafandne
NM3ANE P. Bomlai LazAME N31E8U30 150N Na,CO, HNafan1sWamuINsRamWaRaLE
a = = | = a a o =
fnTnunadaulnmanlulawn (K, Na, . )NbO, [54] atslsfimu e BNZ MlAn Na,CO, fapdl
L, : H oea oo
waresnesanuluee 31 4.57, 4.58 Lazm19ne 4.21 uanastuuunisiaeniediand, Ansaenig
o X . o - g

menn uazdayauiuinfing hlszudeniaszanaesismsnidn BNZ Ai19913u10s Na,Co,
WAL 0 — 30 wt% Wudn BRnnsaseenesssugmieuiiuuelinanas wiliunidn Wewey
AUBNINS Na,CO, WNAW AIA9N 1BNUN9FN Na,CO, HNHARBINAT8INIAIFUNINgR
Tugaan9Fin 0 -15wt% Asiundaaniaini i lldnssald aandadaunaluzeaseyniang
wugn waednatialuliifeyniareudnelug) uazudeiluag A1ad aUIR wazANBUZNSED
a A = ] | 411 a o [ o 11/ o
Hngmileutnansznusanuiluliameiuresnaszuu o AITIU NN9UIN
BNZ/Na,CO, snualifiiilaazidan iwaliniiuinigindjisen uazwmweaalmingoumgi 800

°oC flunan 2 dalusanase aslsninisanmnluaninzniasrasndnld

;1379 4.19 dayatinivgllssndenisezanuaznianuas lilaanaauulas Bi,O,

#15 AU dminmeliduasun | dwinneldwdamues
AL L
BNz 800 0.0340 1.3326
BNZ/5wtBi, O, 800 0.7111 1.1809
BNZ/10wtBi,O, 800 0.0600 1.1418
BNZ/15wtBi,O, 800 0.1033 1.1290
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