a

71l 4.55 nananan BNZ wANNIswnfignsmni 800 840 W a-d Aa NLFNINI9EN Bi,O,

q U

Winru 0, 5, 10 WAz 15 wasidus lagsinusn

F1974 4.20 dayaninimglisendnsnisszanuaznisnuaalodlagulaauwlas zro,

&9 AUUDH dinmelidvdsusanan | dminmeldwdssiuas
Lol
BNZ 800 0.0340 1.3326
BNZ/5wtZrO, 800 0.0358 1.2404
BNZ/5wtZrO, 800 0.0296 1.4939
BNZ/5wtZrO, 800 0.0571 1.2835
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20 (degrees)

71 4.56 guununisRenLEAlenduens BNZ/xBIi,0, waa 1l 800 °C

* ZrO2
_— L Bi203
."é'
S .||.¢ rﬁ x=15
e -M.’J’L"M U!UMM-W L-a‘mmww’ Mtvsrsabbrmritons S it
)
= % | k
= x=10
E ‘-H“'L?jlfur UMMM MLMJ' LT S Py, o
)]
= bt 4 |h m, \ X=5
mw-hﬂ’w!u*]j [T T | e mamamie] "huscsirvmishon! Svnss bty
. ‘H
| x=0
wﬁm'lyw' Whanain e FWM J‘.. i =
I I g i . I I

, ‘ , : . ;
20 30 40 50 60 70 80 90
20 (degrees)

g1l 4.57 gluuunisidennidiendueduns BNZ/xZro, uaalaiin 800 °C
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2 |
S L x=15
—_ ° A =
b “‘”‘J“"“"""t“" L“»H"N\—-v—v'w'” / IMWJWW»M"M
2 ° .!- \ x=10
D prchimldd MM"L_.“\....J |VR—— A y
=
- % | h A \ XxX=5

.|0 I lllr. A i x=0

W‘-d.«'-';)LVJ o, WS C i) Nedsapakiod Ve A S
I ' T . T . I ¥ T , T '
20 30 40 50 60 70 80 20

20 (degrees)

71 4.58 gulununisiaeniuuisAiandueus BNZ/xNa,CO, waalgiin 800 °C

;1979 4.21 dagarminigllssndnsnisezanuaznisiiuas lilaanlaauulaiNa,Co,

a5 auupdl | dhwinmeldwdsuanan | dainmelduaaanuaglad

BNZ 800 0.0340 1.3326
BNZ/5wtNa,CO, 800 0.1270 1.4483
BNZ/5wtNa,CO, 800 0.0884 1.5019
BNZ/15wtNa,CQO, 800 0.0095 1.6036
BNZ/20wtNa,CO, 800 0.2000 1.6425
BNZz/25wtNa,CO, 800 0.0701 1.7708
BNZ/30wtNa,CO, 800 0.2000 1.8991
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Intensity (arb. unit )

30 wt%
- y 1&.- S, o ,
I‘ }'l, 25 wt%
\"‘m-.-uu.)\-
20 wt%
JLL.. ™ niin
M 16 wi%
f i . 10 wtt |
f | B 5 wt%
A L 0 wit%
(NI T ST ) WY J P, i
T T T T T T T T T T T '
30 40 50 60 70 80 20

20 (degrees)
71l 4.59 XRD 29454 BNZ Miinifsunn Na,CO,
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71l 4.60 BNZ/Na,CO, (1-7) NFuaunaliinwinfiy 0, 5, 10, 15, 20, 25 UAE 30 wt% AINAIAL
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4.3.1.3 mavlasuniasdounan BNZ Taansivail3anm Na,CO, was Bi,0,
BENAL 5 Wt%
o ¥ . = .
1999 4.22 wazgll 4.61 waasdayatimrininglisendnaniswien uazAnsuEnig
Man waadEs BNZ iaaulasdaunaniaanisiiniBunn Na,CO, waz Bi,O, atay 5

' o

o " e . = o a »L ol &
wit% WU ANWOULNULVHNAUNLNILTETINN BNZ AR Gnuwgmuqum\mu

;11379 4.22 dagarinivellssndneniseanuaznianwaa g

a5 auugd | dhudningldvatusnan | dndnmaldwasswaslad
BNZ/5wt%Bi,0,/5 800 0.0520 1.3387
Wt%Na,CO,

'
=

71l 4.61 3Udneve9419 BNZ Nignidnsag Na,CO, uag Bi,0, 8E9as 5 wt%

4.3.1.4 64 BNZ/Na,CO, wuaalminguupi 800 ase fluiaan 2 dalus 2 A5a

A1 4.23 uazgd 4.62 Lmm'*ﬁmﬂ@ﬁmﬁnﬁmﬂiﬂiwdmﬂﬁ's‘l,m?ﬂm WATANEIUENI
man s BNZ wuealmd 2 afs wWilddn aynenefinunmdn dvdes gl 4.63 uans
gﬂLmumiLémmuﬁﬁL@ns{mmmmmﬁﬂ BNZ/xNa,CO, wiagnfiannznsnunalaiaenis
Wiadlfdn FBunmuniadia Na,CO, winfu 5 wi Rinaideruaes Bi,O, dsnged etnlafinny

WanFaunauiuniasin Na,Co, Tutfunnuindu ldlfiunisunliilleazitan Lazinuas
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lmin3anen g1l 4.64 wuan BaaunaRalunnLlung BNZ/5wt%Na,CO, H1uN1Tuna UATLHT
o=l :// ° ! all My Ly Z’/ a
wpalnddnAse  ANdue BNZ/Awi%Na,CO, #lildiunisun  uazinuaalniniauman
wananidsldwumaans zro, TUKIBNZ/5wt%Na,CO, H1un1sun waziiuas lmianaiasae
. D a o & - { o g oA dAa o o ' = X =
ARdY  Msualiieasinditeazidanty M lNUNRdNdATegUsAazaYNIARNINTY A
nedfsenldand e luealainfdnads  daalitfunouaretuanss  vdngau
AanaaiufieiuaNyRTIuIdITIALA: AneuzeRNIAKAseN AU TFEN28kIEINEN
BNZ lunstiaasueisniin BNZ Asuininsiin Na,CO, Wil 10 uay 15 inunisunliiile
o A 4 u L,
azigen uazuAAlanAs Meduansdnenizainen MlsAannisaelueneasug
Bi,O, kaz ZrO, AIA91 FN10IN9IAN Na,CO, faus 10wt% Tulil sauisnsualifitleaziaen
uaztiuAa lrianafneeneduiuniafiadjiseuas loianysniresasinszuyus
a o = = o o a P | .
Taminfeuasiawn  AnuanisAnwdneusareseFaNfeanIazsine] e
' a I o 1 L2 dﬂl’ a o=l Z\J/ |
WU N9EN Na,CO, Wil 10wt% eunisusliiieaziaen wiuealoddnais Wuanioy
nasraRisnzanngn Mlildnaaain BNZ admabes Tnagduuunisiaeawnidend

PR9EEANETENAN19El gniinliAnaneilassairanantaeldTisunsn Powder Cell sinlyl

A9 4.23 HaNTe lLNaInIsmTaNILAZNN TN LAS kN 800 a9Fn 2 FaTug

ans waavne il
BNZ/Na,CO, NAILANAN niuaalninied 1 | ndunalminied 1
0 wt% 0.2328 1.6929 0.0208
5 wt% 0.0599 1.6816 0.0712
10 wt% 0.1000 1.5429 0.0110
15 wit% 0.0051 1.5539 0.0493
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71l 4.62 gUdnwozaenawNILAa AT 1 uazaian 2 IaevialUudanndsunanazil

Anwnuznaur mReauiunNg asenuuaAunggUiadusaang

¢ ZrO
™ BbC@

Intensity (arb. unit )
>
4
i
o

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

91l 4.63 gluuunisReaLLANdIa9Hs BNZ/XNa,CO, drunisualiiilaasien uazii

P
uAa lmianas
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4.3.1.5 NMSIATISUANBULAUFIU TUIA WASNITNTEANLAIVRIBYNANLESINN TN
TahaNIEasiAue

nndnandesqanssAiBianaseuuLLdedngIn  (SEM)  2esnamanindadinlnnauimesin
wananglugy 4.64 wiulddn mLsn?ﬁﬁﬂﬂ?xﬂ@uﬁw%\mgmmﬁLmzﬂzju (agglomeration) A

Tinznguiu Tnanainiznguivasseuniaduuiuawialung a1pdn enaInnsiaAs

0%

whsresszuulnggan  InanisanNuiiodndaresudazaynia  HeaINaYNIATN I

¥ H 4
ad aAa o ' ¥

nasnanadawaanluszsululaswns  Asdnuniodudaroudege  wananil aw SEM

1 I
a =

AINAREINARNEYNIANNEINEN  BNZ hea] Plinenguiudos  Anwzaeduaimsniin
Aoudnaunsanan Hawineuniaeatlszinm 0.47 Um nsheynarsEawaan Wiy
nanznguiulédng g1l 4.65 uaneniInszaLFnTBIIRIABUNIANIEIEN BNZ wudl 211a
paAnszuuiiinsnszansareudendne Tnadawineyniaegludeslssunm 0.32 -
] 1= ¥ o -nll dl ¥ 1
0.87 Um aynamsdulunfawiatlsziins 0.4 Um aanndesivawinaynIA@asilénan
deun  andneuznisnszatefvesaynanAeudinde Aedl enalinaseAnEe

] 14
Tasea¥rannsqaniaessniin BNZ Geazladnsnlusuandulnail

S
/

v

o ‘#&.\i N
. 1‘. )

|
iy = 1w
W pymanimEnguI

EMRSc CMU SE 150k ] 1_u|r|_ WD 15 0mm

31 4.64 nNene SEM 12464 BNZ
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1l
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Particle size (um)

31 4.65 N1TNTTALFAIVLIATBING BNZ

4.3.1.6 MsAzvasAllssnaumaAiransEsIinDasinigaangasiauem
g1l 4.66 WAAILFNAABINGEINEN BNZ NRLATIZARRATANINIZANE WA 111859E
nd (X-ray energy dispersive technique) TNULLAALATNWA WU wesdndsznausiag
ailnpiuredsin Bi, Na, Zr uar O luwan wdngrusnaseududuetendn wem
Andadminmaangesiaueg 1816 Bi, Na, Zr uaz O luesdilsznaumdn wanaintifsunnaes
1 a dlcv 1% a o 1 1 ¥ ¥ < P
spudazaiandn ldanunadinalumiefeuazaesesnanliuanlunies 4.24 wWinlddn
unzesusazaniin il lnedssnalndimesiulinimmimaeiresusazans W

AINAND 1 Tead1eEiedn waemadn BNZ Awsenliidnadouaessisdulinugasluianai

Rasn969i (Bi, Na, .)ZrO,
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31) 4.66 N1394A31LI EDX 28484 BNZ

F1974 4.24 PFanausigiiduesdtlsznaunianguuasidndae EDX

816) Atomic% Theoretical atomic%
Bi 11.41£0.79 10
Na 11.21 1228 10
Zr 20.04 + 3.46 20
o 57.35+ 2.43 60
794 100 100
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4.3.1.7 mavdasuslameanusauaasnsnandadnidinaniasiaunnauwaa lgud
g1l 4.67 wamsnaulasuilasmamnnuFeusesianay BNZ neuwaalml ainnsw DSC
WLFN WaEAN BNZ dnnsilasuuilasisuuugnaiiudau (endothermic) uaziuuamnuiai
(exothermic) tasANTsIAtLULIaY endothermic aTWlNATLUAMAN 300 °C a1aLiiadan
a a rdl dy I o { dl a (3 2 a 9; o
nsszievasansduristnlutleuss lunsnanainas wWeRansannsw TG winlddn dunmin

melilszanns 1.44%  Tndatunisulasunlassanansos  lunsdlaesnind asunlag

4 1 ¥
KX A

exothermic Wud1 Uffsenilifinaungnmnitlszann 640 °C A1A97 QauN)RNaIARNANUE

q a

wa N lERNsunsIasarnannielugnslsznay asButnnmnaantlugnslsenanmsin BNZ
AIL NNINANANTB9ATLIE N UTIMHANENNGUNYRAINGIY  LaYAIALATAANY TN NN
800 °C swviada 4.1.1.1 A wsunismeldaassinudndssunns 4.09% dunaluns TG #
UFnuguuilndiy  ARdd dunsueldaastiiasrfueulaeanlsd (CO,) anwuessu
Na,CO, mINaNN1s 4.1 Wasainasnladainanaaafmngumunigandn 600 °C  [55]

X % o o o : A = >
wanainil Wwinivnaldass CO, daszndninimeaesdAlsznnm 4.24% TsdannRasiu
tminfiungldluns i TG annuanes TG-DSC a1xngntiuulaatinandnuanas BNZ 3n13mn

a

naniuanstlszneuszunlvg BNZ Hgnumgiige

k)

- 100

|- 90

| Exothermic

= 80

(%) O1

Endothermic

DSC (mW/mg)
-
1

2+ L 70

oJosc
L 60

T L] L] L} T L L L
0 200 400 600 800 1000 1200 1400
Temperature

31 4.67 N9 TG-DSC va9maNan BNZ nauuas bl

0.25Bi,0, + 0.25Na,CO, + ZrO, —> Bi, .Na, .ZrO, + 0.25CO, (4.1)
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4.3.2 NANISNISLATEANLTESINA BNZ
AINNNINAABINLIN ANNENANNNIARN ITETIANTANLTENEUAZ AN NI 49

AaNTNNgnUnA 900 °C wnan 2 4ol Iaeldfatann (sintering aid) Aa Na,CO,

=)

4.3.2.1 s inNanunieing ) Ineld BNZ/10wt%Na,CO,

31l 4.68 L1918N BNZ/10wWt%Na,CO, lWRgung (1) 850, (2)900, (3) 950, (4)1000, (5) 1050

WAz (6) 1100 R9AN ANNAAL
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1 \,,___M,__,J - JkL\ I

1100 C°
‘ A P Mo T

W—_.J ‘lb\.‘wJ:‘
|l-, !‘ 1050 C°
‘ 1000 C°

950 C°

.

! 900 C°
Armrrmtia e LWJ*MWW

\ k_masoc

.4

20 30 40 50 60 70 80 90

20 (degrees)
gﬂ 4.69 XRD 204L1513n BNZ/1 Owt%Na,CO, LN’]ﬁ’Qﬂmgﬁ 850, 900, 950, 1000, 1050 Lag

1100 a9AN

5.0

4.5 -

Density (g/cm’)

4.0 4

3.5 I 1 1 1 1 1
850 900 950 1000 1050 1100
Temperature (C°)

a

31] 4.70 AP INULLUWIRAEIIHN BNZ/10Wt%Na,CO, tnguugi 850, 900, 950, 1000,

a

1050 waz 1100 29AN
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850 9200 950 1000 1050 1100
Temperature (°C)

71 4.71 AnFeaazaestinnsineliaeamsiin BNZ/10wt%Na,CO, ligumai 850, 900,

950, 1000, 1050 waz 1100 a4AN

10
o

8 -
i @
2 84
= .
w 4
3 |
£ 44 »
=] |
Q | 2
= )

2— / ,

0 & o

T . T . T LS T . T & T
850 900 950 1000 1050 1100

Temperature ("C)

a

31l 4.72 AnFaaazanstiwiinmnaliaegensin BNZ/10wt%Na,CO, wniigungi 850, 900,

a

950, 1000, 1050 waz 1100 a34AN
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4.3.2.2 wmRnguugi 900 asmuazilagunilaaaalunisin Taeld
BNZ/10wt%Na,CO,

. .
. .
91l 4.73 11978 BNZ/10wWt%Na,CO, lguugi 900 asen Tnaiiananluniswnie (1) 2, (2)

4, (3) 6 baz (4) 8 dalua ANAFL
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900 8hr

i JHUM
e P I\-Mh-o—n.-uv——aJ i e il ‘L'A - "K

900 6hr

y I 900 4hr
I | I 900 2hr
T — i iL,\__._ -‘ .Ml lL ‘I'..« e P 41
20 3I0 4!0 5I0 6[0 7|0 BI{J 90

20 (degrees)

71l 4.74 XRD Win918n BNZ/10wt%Na,CO, mnfigaimai 900 84A1 tagtiaianlunianipe

2,4, 6 kaY 8 T2l

4.60

4.55

4.50

4.45 -

Density (g/cm®)

4.40

4.35

T , T ! T ¥ T
2 4 6 8
time (hour)

71 4.75 AvAnumL LA BNZ/10Wt%Na,CO, iN7gasmni 900 a9An Tneitiv

nalunsinAe 2,4,6 U8z 8 SN
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Volume loss (%)

_l ‘
2

1 1 y I ¥ I

2 3 4

T
5

Time (hour)

91l 4.77 AnFasazaesiFuinsivg hilveadamsndn BNZ/10wt%Na,CO, wniignmni 900

29A1 Taenunan lungenAe 2, 4, 6 Lay 8 FaTug

Weight loss (%)
(=]
1

' : T
2 3 4 5
Time (hour)

o -

'
a a

71l 4.78 AnFasazaesimtiningliaeaiaimein BNZ/10wt%Na,CO, LHIguu)i 900

2971 IPEANINAN1UNNTNNAD 2, 4, 6 LAY 8 Falue
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4.3.3 N5LASIZWLATIASIUANUDING Bi Na, ,ZrO, Tnedgizaniaan
a DA% % 2 a v
N8N MUY ALASIATINHANITNAY
AFUN1TATETTATIAENANTBINS Bi, Na, ZrO, Wi lwiliassuldnagaaunis wnlaseais

nanlaeldlilsunsd Powder Cell T9WUIN @NNAFIUNINAN TR IATaFalusanluTnsaatil

49

1
=

anaazliigndiesiin dwwanslugyd 4.78 Wesainfipdnnunainnismaaesliaisnsadaulany
fpdunsinnanuuuaassnaiauldunanniia Tnaazdunaldainnsmdidasguansliiiu
1 o a ] 1 o Z’/ XK v = a e 1 1 dy = 1% dl 1

JrEailAnuuANFNgegNIn AN A9feIinswIzisielldn arstiaziilassaisuuuauEe
pezlnueazall wanantl navevaluileufianaazyinlinisdimasiiasaiamanianain

W1 Aesiaeiinnsdiulpanssuaunisudnlunfaniunisiinasiilassainaninaaziaaasoe

67323

-BNZ

- BNZ-calcine-povder-uban.dat
-DIFF

33662

1 % 20 25 @0 35 40 45 80 8% 61 65 /0 75 g0 8 @0 8 100 s N0 ™5 120

31l 4.78 N99A91 LI TATIATINANUDINY Biy Na, .ZrO, InedTizavinasn

anduneunsnenlassaimandanlsunsa Powder Cell #ldnanaluumi 3 Aoy and
afinanseudanlndsumeslawn (SNZ) Awsanlag M. V. Makarova uazands [55] lull
2003 giden e duteyaiusiu dwiunmsinmlnssadndnsesuagnfinssun e
TnReaeslaum (BNZ) iesannme SNZ Rgtuuunisiasaiuusediendnindidaefunaesiin
BNZ uenanii M. V. Makarova uazemiz lémeeudnansilszney SNz Alassaradum
asaWalns (perovskite structure; ABO,) Tneiillanauaaslanan (Na') uay ansawdeay (Sr)
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ussqmsanunie A Tulasea¥e leasuseaeflamion (Zr) ussamsesitumis B lulrsaaing
¥ 1% ! i ! = v = . =Y o
andeyasingrn A1ed1 @nstszney BNZ whaziilaseairaily persovskite  wdlaui

3+)

a131sznau SNZ Tasisinaiumsalanauiasiv (Bi°) way S o Auue A lulpsaada aannng

NANTUNVEIAYDBIVUILITAR WLINVUIANUILLTARUDIENLTIINN BNZ LANNIIUURLTARURIEN
3NN SNZ wanzsrilaaaus (ionic radius) 184 BiY windu 1.18 A [42] Hentiasndnsei
lanauuas S¢ [42] TRAWINTL 1.26 A danmnuzaanatani iauiauunsiasaad BNZ a0
nd1 SNZ g1 4.79 uaminsuBeumeugtuuunisiaeniuuiv@ienduedus SNZ uaz BNZ wiuld
1 dgj . | ' 2’/ 1 % a o v o 1 [~3 a
41 gluuunisdeniuuisdiendresnaisaespeudnaldnsueadieiu adnglafinnn Jponw
1 [~3 v o 1 =l dsj Adl A dl U
WANFNILANTRUATAUMUIIBIRANNIRLALIUIESNE BNZ  Aguidlauazidauliniesinumnn

=

% @ Vo ° A X Py i o o !
Wntiey ansnsnuinlidaaunseiumisianisidenuuanudugeganynings 30° Aindn
nadaulilnisiuannaesiiasenaa lugluuunisaenivdiendrase BNZ  ilurannan
AMEIEART8Y BNZ Tdnnd1 SNZ aanuAngudnmzgluuunisiaeniuuiadiends
WHEUAYN LAZNIINAITIAINUANG WA AMUILLTARUDILAUEINHENTY SNZ Uay BNZ 1iadn
a | ' = P @) Lo =
naks NIz Uy lud BNZ diaztingeairadln perovskite NTeULNAN (crystal system), ANN6T
AN (space group) WATUARTANNINHNETFI (attice parameters) InAUALNALEEIHN

SNZ #nel
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SNZ powder

|mtensisy

BNZ powder

Intensity (arb. unit }

71l 4.79 gluuunspeauTAendueuns SNZ uay BNZ

nsatagzugluuumaiagauussdiandnlaainidsunsunaznisnaans

F199 4.25 uansdayalassairenanaesnartsnin SNZ uargll 4.80(a) wamsgiuuunig
@enuidlendurasnaetsin SNZ Nanaasandayawmaniilnalilsunss Powder Cell Liuld
1 ‘z . | 6 0 o 1 1 v v o é’ . | &
drgUuuunsidsauuisdendanassiinatpeuieednaiugluuunisaaniuuidendues
W SNZ (gﬂ 4.79) f97e971Im8 M. V. Makarova WAZANLE [55] A NNAGINAD L%ﬂiﬁgmmumi
ale o a rdl o v = £ = o o =3
weqtuiadiandnatasssalilsunsy Powder Cell Hpaugnsiagiieawadiuiuldlunisdnmn
Tasea¥enanaesdan Wanatsundayalassadiananaes SNZ waznisAnunluviade 4.1.2.1
ANATN B4ITIIHN BNZ dnazdsruvunanidluaalasaniin (orthorhombic) WATANNIAINANAR
Pnma WHauAUaaeisIln SNZ sasatinglsfiniy amaqivuiemasaad BNZ Adsazdadisnlil
AMNNULLTARUDY SNZ  LHASANNANNLANANSTIa9THA wazauinleaat B way Sr
punis A lulassadrswesansiszneniivass g1 4.80(b) wamegtluuunisidenuia@iend

3 a ! da/ 3 o ! dl ¥ 3 £
ANADIVRINLLTINN BNZ WU g‘ﬂLL‘]_I‘LIﬂ’]?LZ\]EI'JLUM’QW@@\T@QT—]@WQL@ﬂuiﬂ‘l’]’?\‘iﬂqu?qul,@ﬂu@ﬂ
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Lﬁ@Lﬂ?ﬂuLﬁﬂuﬁugﬂmm‘%mmwﬁmmmmm SNZ lugil 4.80(a) ilesannauiamissiragaes
BNZ anndviaeitadzes SNZ mﬁ”ﬂgmﬁmmmﬁuﬁmﬂuﬂﬂwﬁﬁwmm‘miqaLeﬁmﬁjmm
BNZ fdnndnmiatisasues SNZ g1 4.80(c) megmmmmgmmu%@%mﬂﬁmmm BNZ i
witpsldannmaaesi Tae 14598 Cuky, Tun1sians uaz 20 step winfu 0.02 wilew
Sewlansdinmnaes M. V. Makarova Tumnsna 4.25 denBeuifteuguuunisiaeniuidiend
2996 BNZ ANN19naand uaziuuaiaes 3u 4.80(b) uaz 4.80(c) winlddn anwouzgiluuunig
Agauunsaesreuilndiuei Aadedn gﬂLLuuﬁmm‘ﬁLﬂugﬂme’mﬁymmmﬁﬁL@mj‘mm
paginszunlud BNZ dayalasea¥enanaesuamsdin BNZ tdannisdnuisaeTisunss
Powder Cell uaadlume 4.26 faduansszneuisnfinszunivel BNZ Rlaseadiady
orthorhombic N space group A8 Pnma HIUIAAANNENAWNY a, b WAT ¢ Windu 5.7742,

8.1443 Uaz 5.7037 A muaAL uardlAnnuvuuiunama ity 6.353 glem’

;11379 4.25 TagyalaseaFananuenamsin SNZ [55]

Crystal system orthorhombic
Space group Pnma
Radiation CuKg,
20 step, deg 0.02
a axis length, A 5.8542
b axis length, A 8.2137
c axis length, A 5.8237
Cell Volume, A 280.03
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(© Experimental X-ray pattern of BNZ
| I : R

Simulated X-ray pattern of BNZ

Intensity (arb. unit )

s|g -
() §2 g 5. o
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(@) Simulated X-ray pattern of SNZ
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;1319 4.26 Tayalaseadananaadnamsin BNZ

Crystal system orthorhombic
Space group Pnma
Radiation CuKq,
20 step, deg 0.02
a axis length, A 5.7742
b axis length, A 8.1443
c axis length, A 5.7037
Cell Volume, A 268.23
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Foa2e Co UTimaney

Co Density Volume shrinkage
(mol fraction) (g/cms) (%)

0 5.68 £ 0.08 95.1% 45.27 £ 0.65
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0.010 5.91+ 0.02 99.0% 4759+ 0.45
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iyaIulaslua

ANt 4.93 UATATIIN 4.32 wanLFNue s TINLlWEINEn TIAINLTRNYN

NN33LATITINLBI6 Bi, Na, Ti waz O duiilusiguanaesessniiniiues €9usns Co faiilusiei

waadldlu3unns 0.002 wedauing e WiaNL IULE LN IUILNALA NN

A3 4.32 99A1lsznoUUeEIq Ui iin e Co 11iy 0.020 wwduTasTua

Spectrum 1 Spectrum 2 Spectrum 3
Element

%Wt At% %Wt At% %Wt At%
Bi L 43.97 15.72 44.75 16.76 47.69 18.96
Na K 5.36 8.25 4.99 8.04 4.77 8.17
TiK 24.46 18.07 26.72 20.68 26.91 22.11

CoK - - 0.04 0.03 - -
oK 26.21 57.96 23.51 54.49 20.63 50.76
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[ — © Seonamane’ | Full Scale 421 cis Cursor: 0.000 keV
b s WA NSNS SEresiier oo Bi .
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FOSRGE . . S e
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51/ 4.93 nma1e SEM tagn3ans1zd EDX USal (a) Spectrum 1 (b) Spectrum 2 ag

(c) Spectrum 3 Vouws1UN NUTH Y Co Ay 0.020 waIu lag Tua
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a d a . . Y [
4. wamsAAIIZH EDX vouw5 13N Bi; Na,  Ti, Co O, fitf5ana Co 1My 0.030
yaIulaglna
annawang SEM wunsustlanilasunfansuiiugaaulanisnmuie Aeiuaslfin
N133iATIEedALsEnauN AR ANLFMEAYY (spectrum  4) Angl 4.94 UATANI9 4.33
o o d Td e e o - , , 4
wansEuNuaNas 1IN T AN TRALTNNINTIRAIIEINLETR Bi, Na, Ti uaz O T4
Wusnemanveamsdniuies dausnn Co duiusiamiaeadliuiEunn 0.003 wudaulng

Tua wuluBnuivdusunuduneaiu InadiBunuunnganLsu N sunag i

s a 4 1w 1
$13519 4.33 ﬂﬂ‘ﬂﬂigﬂ’ﬂﬂﬂ]@\i‘ﬁWﬂUL“]jﬂﬁJﬂ Lﬁ’ﬂ Co mny 0.030 wrdIulae Tua

Spectrum 1 Spectrum 2 Spectrum 3 spectrum 4
Element

%Wt At% %Wt At% %Wt At% %Wt At%
Bi L 4483 | 16.35 | 21.98 8 48.54 19.9 32.80 10.87
Na K 5.42 8.51 2.19 3.43 4.5 7.95 3.82 5.45
TiK 24.31 18.32 | 20.22 15.2 26.59 22.53 22.21 15.21
CoK 0.33 0.2 31.6 19.31 1.1 0.76 10.66 5.93
oK 25.1 56.62 | 24.01 54.06 19.26 48.87 30.50 62.54
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423 nsANENANTRURLESIND Bi Na, Ti, Zr O,
4.2.3.1 HANNTATIAFALANLALTINAARILLFINN

Nt UUEIEN Biy Na, . Ti,,Co,0,, NnaaaumNwiNszataaniatuLininesalaanis

THusena 500 n¥n il ldseanadagy 4.95 TnadgidefseinguAmasy wudiseannaed

! ' ¥ =

198N Bi,Na, . Ti,,C0,0,, NNdnmdiuraudaiiauanysalnniliinasanisuauinaes

seena Tnanismauisgessasnaay lindesqanssaiuas (OM) NNNavEn 40 i

31) 4.95 soenaunuInnesveuss i fTmaumsaide Co iy (a) 0.000 (b) 0.005
(c) 0.001 (d) 0.002 1 (e) 0.003 iwaIuIae Tua
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ANNANIINAARIAI7L 4.96 LHunsANENRUEITUd9AIANLTIAazTNANNg

a

AN Co 284L1318N Biy Na, . Ti, ,Co,0,  Wid1AIAKLduLuaninasalan lutgag 4.93 — 6.97

I o

GPa InaAraauudenngauazAANLdegegansunmunaFd Co Wiy 0.010 uaz 0.030

1
o o o

wgaulnelua mNAALU TedanndadiuAIA NLILLY Taatladaini 1A nidsneg

b

a = ¥ o LA A & \ . . @ v A a X
Lsﬁﬁ"]NﬂNLLurJIuNﬂQﬂ@quﬂﬂ EWENWV@\?LV@@@% (residual pOFOSIty) F9L ] WA UNNIDIN N AU

LANBIZNINNIINTUNG FTBITUINY YFBIAATUANTDITNIEUINBUNA (particle) ABUTLGL

3
'

(e Aunmlddaanainnindie SEM gl 4.89 (c) Mufnreagsiniinnniniadin Co winriu
0.030 Lﬂwdauimﬂiumzlﬁmgwa\;umn%&ﬁmmi@ﬂﬁimwrmma#mmzmﬂumau A lidAn
mmﬁqﬁlmm whi lunenauiuainnnge SEM @43l 4.89 (e) WU AR in AL Funa
N9AN Co  Wnriu 0.010  rwdoulnaluaazinagnguies dullegiudndsunaisn Co i

Anadrui AN TANNIN N suau AN zadLa sl AA NG9 e

6.5

é_u 6.0 4 _

W

c 5.5 4 E

e

© |

o o

-

2 504 +

O

> | I
4.5 T y T J T ¥ T

0.00 0.01 0.02 0.03

Co content (mol fraction)

v o J J < a J a o a
Eﬂ 4.96 ﬂi”W\Iﬂ”NiJfﬁJ‘Wu‘ﬁﬁ%‘l’i'JNﬂTﬂ'JHJLL"UQLLUU’JﬂLﬂﬂiﬁﬂJ@QL“HST?Jﬂﬂﬂﬂiﬂ?mﬂ?il%ﬂ Co
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4.2.3.2 wamsasvaauaniamalivhve s iin
e uwsiin Bi, Na, Ti. ,Co,0,, N/sumamsiide Co w1y 0.005, 0.010, 0.020, uag
' A v & 9 Y & = o 9
0.030 AnaIuIaglua NHIUMITAAAIENTEATENI 1T UTEUIVIT oD nag I URIY

J va ad a 2R o va A a
ﬂuElﬂﬁNL!,fizﬂfﬂi]ﬁu"ll,l,ay’nﬂ@]i’ﬁ]ﬁ’f)‘ﬂﬁﬂﬂﬁVlﬂ’ﬂ!aﬂ‘ﬂiﬂ ﬁﬂﬂ@]ﬂ”liu"lllv\hﬂ? wazantaie lsd

a

< 9 [ ;
@ann3n ldransnaasese li

auiinladtannsn

WanaaaInIAaN1iR laBLanv3naa@sdn Bi, Na, . Ti, Co,0,, Nanugias fae
AND 1, 10, 50 UAE 100 kHz AINAIAL AMNHANIINAAeIAIZL 4.97 IaNAIMANANAUE

1 1 all | all a o a 1 dll dl é{ = o EZ dl a o a
sEnIngANANALA AR lABIANYIEN WU HeANDg U N A AT laBIANTISNAAAS
dl dl dl = 773 a a dld
Lummﬂmmmaqmimiwaiumwﬂ’lm'aumumvl,mmmimﬂLfawq:miLWﬁi@L@ﬂw?ﬂmumiu
| , o ! - a % dl 4 X , dl

aualug [56]  atlsfimudunnimasnisgideiuunlduanaiilonungeiu douile
NANTUIANNANNUFTZNI9A AR LABLENTIEN AULBHIUNTAN Co WUINANAST P BLENYITNH
win T NARAULBNIU Co MuAsAUAIAMNULILLY Tasf3u10s Co winf 0.003 LAEE9Y

Tnelua HApanlaBianvansngn uazAtunmeinnsgoydeladidnyisnsn daunilsunn Co

Winfiu 0.010 wndoulnelua HAnpsnladianyisngegn uazAunnmasnisgoydaladianyian
1 o dl 1 all a a all ngl [~ all a = (3 d‘ a
gaLuiu 29A1AN laBLaNYENTNga U TuNaN1AINNNTIEI AN HNIUTIUIALENTIAZH A A

a

a A !

ladianvngananaainidauiansulig LaziiiesnnangsAndAIANUILELET I

Yaunnutesinaizagngutios aainliA1ad lagidnyisnaeqsniinidaAge finliannuainisaly

k)

nafivdszq fingemnlidae Tsaenndesiuuiddaves Yanfang Qu wazAny [57] INun

nsiae Ba® Wl unudl Bi” lwimsndn BNT danalirnmsiladianvsngsaunilsunninisias 0

(%
A o

- 6 atomic% wariuualinanauielfunmuniiRegeIundnil HelieamnaINANIBILLLTY

X v AW s  a X ' 2 @ a_ L
Qﬂﬂu@\‘m@iﬁﬂqﬂ\ﬁ’liﬂ@L@ﬂ‘Vlﬁ‘ﬂ@J\‘I‘lluWJil LLZ\]Zﬂ’ﬂﬂ@L@ﬂﬂiﬂﬂ@ﬂ@\?LﬂuN@ﬂ‘ﬂﬂﬁ?NWMﬁ‘ﬂ\ﬂ’]\i

a = a
wa9aenTiauinnifnlyl
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—m— 1kHz
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450 -
400 T ¥ T ¥ T ¥ T
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Co content (mol fraction)
(a)
0.050
—m—1kHz
0045_ +10kHZ
1 —@— 50kHz
Qoay F=—"%s —w— 100kHz
NN ~8
1 % S AN
0.035 =R
[7s) Y
c i v
8 0.030-
0.025 4
0.020 - h\
] v
0.015 , : ' : , . '
0.00 0.01 0.02 0.03
Co content (mol fraction)

(b)
v o 1 1 y ad a 1 4 [ a
gﬂ 4.97 ANUAUNUTISHIN (a) mnan ladiannin uay (b) muwﬂmmmﬁqmgﬁﬂﬂuﬂﬁmm

M3ty Co A3 Biy Na, . Ti, Co, O,
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1 ~ adg a U 4 = ag a a A
M1 4.34 ﬂ?ﬂ\iﬂhlﬂ’ﬂmﬂﬂﬁﬂLLa%ﬂTLW\lﬂl@]’l’)ﬁﬂTiqmuLﬁ'EWINVl@’EJmﬂVIiﬂ"U?NL“]ﬁHJﬂ N

gt (29°C)

Frequency Co content Dielectric constant Dielectric loss
(kHz) ( mo fraction) (€) (tan8)
0.000 682 0.0460
0.005 699 0.0448
1 0.010 713 0.0423
0.020 682 0.0456
0.030 511 0.0226
0.000 636 0.0445
0.005 655 0.0433
10 0.010 670 0.0402
0.020 646 0.0413
0.030 486 0.0215
0.000 606 0.0422
0.005 626 0.0406
50 0.010 643 0.0364
0.020 622 0.0384
0.030 474 0.0199
0.000 594 0.0405
0.005 614 0.0402
100 0.010 632 0.0321
0.020 610 0.0365
0.030 468 0.0186

172



antiansrilulvh

=1

ienaasamiaranindrumuliihinszuaaduveuysiin Bi, Na,.Ti, Co,0, 0

X

q U

d' o 4 Q’Jl o 1 % a Qd
’E)il‘lﬁﬂil‘}’gi}’e]\i ig]}’JEJﬂ’J"IlIﬂ 1, 10, 50 1ag 100 kH, auaiay mﬂuu'ﬁmmmammmanﬂsmm

msi lWihnszuaady (Electrical conductivity; G,..)
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=

AINNAN1INAAEY Aagll 4.97 uanalivindimnunnldlunisindinasiedianinnisiin

|
=

WH989@9180 nanvae Argnrwnsin WA LANTWwHeAND TUN199Ag9TW LaTNLIGN

%
=S

wnlduAguL sz Ananistin AN rams in Il upnstsiuatinasiulddaiaisunnd Co N

©

o

at1slafimn NFuN Co Wiy 0.030 windaulaalua HeAdnilsz@nsnisinlWinnnga vial
814LHBINNIAINALENIUNNTLE Co 0.030  iAndiulnalug weinANNULILLLAT Lazil]
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Conductivity (S/m)

0.004

0.003 4

0.002 4

0.001 4

0.000 A

A A e
A
s ® L —
L —— -
1 1 I
0.00 0.01 0.03

Co content (mol fraction)
71 4.97 (a) Ananndnunulnin (o) durlsz@nsnistinlwin

1kHz

*— 10kHz

A— 50kHz

100kHz

1 1w a = o a . .
A13519 4.35 Manmdrumu i vazamduilse@nsnmsi lwihvewwsaiin Bi, Na, . Ti, ,Co,0

Frequency C content Resistivity Conductivity
(kHz2) ( mol fraction) (Qem) (S/m)

0.000 2.64 x 10 3.79x10°

0.005 2.58 x 10 3.88x10°

1 0.010 2.53x 10" 3.95x 10"
0.020 2.65x 10" 3.77x10°

0.030 3.51x 10" 2.85x 10"

0.000 2.82x10° 3.54x10"

0.005 2.75x 10° 3.64 x 10"

10 0.010 2.68x 10° 3.73x 10"
0.020 2.78 x 10° 3.59x 10"

0.030 3.70 x 10° 2.70x 10"

0.000 5.92 x 10° 1.69x10°

0.005 5.74 x 10° 1.74x10°

50 0.010 5.58 x 10° 1.79x10°
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