UNN 4

Nﬂﬂ’l?‘ﬂﬂﬂ’ﬂﬂLL@%ﬂ’]‘i‘%Lﬂ?’]%ﬁNﬂ

4.1 grsiaanlhnanlmnun (Bi)Na, TiO,)
4.1.1 MsNATlATIEFINANTDINA B Na,  TiO, IneRgizaniaan

4 Bi, Na, .Ti0, Wanmpifimnzanlunsuaalniia 800°C anmsnsragauny
u‘%a;m%rmmLWmImﬁmﬁﬁﬂmmgmLuumfa\ﬁ\ﬁl,ﬂnfifwudﬂ gﬂLmumﬂgmmummé‘“ﬁmnﬁmmm
Bi, Na, . Ti0, fiagl 4,1 Alassa¥wuuusaniudnsea WulairusfinaauLgniasanansnti

4 o '

dayasenanliiwnmoilasaienanlngds Gunnassaly

40000
BlolsNaMTIOs, Cu Ka
30000
3
S 200004
2
(7))
<
Q
9
£ 100004
04
v I L I ¥ I ! T T T
20 40 60 80 100 120

Bragg angle, 26 (deg.)

g1l 4.1 glununspeausaafdenduecus BNT Busunauiiniminsiei
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40 - Bi, ,Na,TiO,, Cu Ko

] J R, =2.90%
w0 R, = 3.76%

R, =3.57%

| 4 =2.806

Intensity, Y (10° counts)

-10 ; ; . : . : . : . :
20 40 60 80 100 120
Bragg angle, 20 (deg.)
a Ty dsj v o o T as a o
31 4.2 mmmmwm@yjmmumwL@mmummamanm')mxﬁLiﬂmmm’]ﬂfﬂmmw GSAS

51l 4.3 wuuanaeslaseaienanuens BijNa,  TiO, Tee'ldlsunsn Crystal Maker
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1374 4.1 navastayalassainanildainnisiessisogis Gannas

ARINIATN

(BiysNay ,) TiO,

dnEnsresTu nafisinnsnszane I
FEATM NNV Ll sauludnsea R3c
a, 5.48256

b, 5.48256

Cy 13.4742
o,B,y 90,90,120
AN (g/m°) 5.895
Profile R factors

R, 0.0376

WR, 0.0290

¥? 2.806
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4.2 grstgainlmnenlviungasiaue (B Na, Ti, 2r,0,)
4.2.1 HANNSLATENNS Biy Na, Ti, . Zr,0, (0 < x < 1)

4.2.1.1 RANITATIARDUANTANINILNINUDING
\Havnans BNTZ wiwaslmfigoumnd 800 °C Mifsununsiin zr $eaay 0.20, 0.35
WUNAER AN T uRT0 WelFuans Zr iinauidl 0.40 way 0.45 wediulneua anmoy

AdeRuasansiainaanlias (Bi,0,) ANAWan3 (31 4.4 (a) - ()

3u 4.4 w3 BNTZ \fia (a) 0.20, (b) 0.35, (c) 0.40 uay (d) 0.45

iAsdaulug mINAAL g RuAalas 800 °C

dlaRansounme BNT AiU3unou Zr winiu 0.60 uaz 0.60 wardrulnstua Renunisuaalmd

figomnil 800°C (31 4.5 (a) U (b)) Wudfianisuaesazaeudeal awinliieergiuia

q a

2
a

a PP X a a4 X oA e &l 6 =
TAYULLANUTIUUBD UL UUYBIN LL@tﬂi’lﬂ{]ﬁVtwuN’muﬂm‘u‘;",')m AR WuNQﬂquuuN@ﬂﬂmzkﬂu@
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& dauiuRadusradudiviesden %qu«m:Lﬁmmﬂ@qmmmummﬂa"bnu’wmmmu agls
vnisangmpiiuaslmiasain 800 Wl 750 °C (gu 4.5(c) way (d)) ndsmsuaslnd fanas
inznguudmesdiviesuasianuudigeanliamnsouasasasnunansld anifidean
gumniuaalndiy 700 °C (g1 4.5 (e)unz(f) dadugnumpiiuealnfimanzan asaniinld
wa BNTZ RAwaesgentu Lmzm”l,sil,ﬁmmwmuﬁqLmzn@;mﬁuw‘ﬁﬁu fofannuanmaaes

sanaasanaulilifidnqavaanazanatasne BNTZ anad atiuifun Zr galu

91l 4.5 w3 BNTZ wgruugiuaalnd 800 °C (a) 0.60 uaz (b) 0.80 WiAn1suaanazanaudaau
Asangomnduaalaiiily 750 °C (c) 0.60 uaz (d) 0.80 aulvgrunniuaalmifimunzauaa

700 °C (e) 0.60 a2 (f) 0.80 ANNAAL
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4.2.1.2 HAN1TATIARAUTATIFSIINANUDIN

Tun1sdamsisie BNTZ anuuneandluassnguaixgamninldlunisuaslesl ngu
uwsn e grungiuealodviniu 800 °C dlunisduasziing BNT Adnsunn Zr saus 0.20,
0.35, 0.40 uaz 0.45 wwdiulnalus uarnguiany Aa guugiuaalmnivindu 700 °C Tagld
AauAsnzine BNT Snsiinifancs Zr #1 0.60 uay 0.80 windaulaalua Waldnaisaangs Ag
nnsaazilasaaiananfaztin i dousely Tnednfansdesinlnnesnlnmun wse BNT
(Bi ,. Na,, TiO,) aziilaseairquuinassenalnavi (perovskice) grsluianama ABO, s
dasannasiin Zr Wl lulpseaireass BNT M lileasures Zr W ldunuileesuses Ti 3
Wuaume B site 209419 BNT Taenflunisifiuansiaaniaraawdivintu (isovalent) Uszqaad

' o =) S | :.l/ a 1 o dl o v a
Taanuviniu Ae 4+ widFAdaeslaasuraslzqisaediAnsniu e lifnduasazany
waaud (solid solution) Danlamaninmunimasianum (BNTZ) Tu

RINNANINAREY WU FULULNITRLILLTENS BNTZ Asgl 4.6 (a) dunalédnie
2 y o 5 4 /] 4 . o~
Aantaaeulilniedreiassuy WunaniannIsenesaaesmasueg Tunaiatlesaun Zr

. = Y 4 = o A a
(ry, = 0.72 A [42]) mmmlmymﬂ@@@ummimmLuﬂu (r,.= 0.61 A [42]) WawnLTHIUNSg
WN Zr Wiy 0.35 war 0.40 eedduinelua wudnlateaFenanaesus BNTZ denadu
Trsea¥wsanlud@nsea (Rhombohedral) usidaifunsmas Zr gaunnnda 0.40 wandiulnelua
P s T ULAANIIENs AT AR IANNIN T depanililnseadauantes BNT ianng
Wasuutlasld Wefansounftfiununisdin Zr 9annan 0.45 wisdaulnelua (U 4.6 (b))
\ ° 2 g af el p o 2 = o
sowdege 20 25 azliUsngfiafiszuay (100) ilesaniaseaiapANNANNITEeMAI AL
srunusananuigly Felfanuan sy (211) way (220) ardunmdindnnAliANNsLanaan
. ode e 1 B o . .

AN (spliting) TaazdanmwinlaesrefaaunlTunmnigisin Zr windu 0.80 winaaulnelug
d' =1 v d' a A r_g'f ' ' 2 = A
Fadulylsgnsinefipuenin  anaastsuendndularairerenlu@inges viramRszinues
[ d‘ = v = é’ v o =S ' ?-: ' ql'
salugd 46 (c) Teazidusvaslassairananialsvinnsfinesiell ueanandunudng
P3umunnsifin Zr Wi 0.60 waz 0.80 windoulnalua wudnfiaduluegse wazluuned

o o i .o = a a A ' a A A i
mZN@giu’izﬂfmﬂwlﬂ’]ﬁ‘ﬂﬂiﬂﬁﬂ%ﬁwmmﬁm‘a‘ N82C03 WNN@M@H’]?LH@LW@@HWHM@Q
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!f::(110)
(200) @211) X=0.80
(100) i (111) 1) n (230) (301)
R i s JPP 3!
l ) X=0.60
—_ o —— L 73 A I A 7S
=3 | ) X=0.45
g WW"L J . I
2 | | -' X=0.40
[75] ' A i ) Y o
c ] :
2 [l ! | X=0.35
E D ||.4 ! o 2 A A ]
’ i X=0.20
& Y hi A
! BNT
. | A A A A
T I i T ¥ 1 X T v T v
20 30 40 50 60 70 80
20 (Degrees)
(a)
(100) ;"'x (211) (220)
- ‘,:WMM,_.M_,\,._M,,»' el X20.80
W N . X=0.60
Py e et ] X=0.45
s | |
>0 =’ 5‘{‘,%““ e | x=0.0
‘®
$ o) | x=035
E |’ -
s A |x=0.20
S s PO ot SO | BNT
20 ' 25 55 60 65 70
20 (Degrees) 20 (Degrees)
(b) (c)

51 4.6 (a) gUuULMTRRILNIR A ONTFIB9HI BNTZ W41 HalRuLFunm Zr geiuwinli (b)
Tddsngiiafiszuny (110) 998919 (c) AATISTUNL (211) WAz (220) AANITUENAILAAITINNIS

wasunlaslngaas1enan
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4.2.1.3 HANITATIAAAUIATIATINNINAANIALDING

Savmeduansie BNTZ  uda AginsAnelasnaiamnganiasandes
aNITAUBLANATOULLLABINIIA  (SEM) AnNan1snaaadnidn  TAsaian19qan naedes
BNTZ Winnsuwaeuudasly dediniSunniaes zr wntu us BNTZ YNUFNIINI9EN Zr |

o

aynpzuaaninznguivaniufeuluafiu  (agglomeration)  asainnistinniziuaes

=

?J‘L;Lﬂ’]mﬁ@@mwﬁ/\‘lxﬂuﬁum (surface energy) ABNTCULAN LL@$ﬁ71ﬁ5$UULﬁmﬁquL@aﬂ?lﬂﬂ%u
o o X oy X = 9 o o A
N@ﬂ@Qﬂ?N’]m Yr VILWNﬂuVH&LM%uWW@Qﬂ’]ﬂIﬁQﬂu LL@??N‘ﬂuqﬂLﬂquu@lutﬂﬂ@Lﬂﬂ\jﬂuw

Usza04 0.50 - 3.0 Tumsaw Agl 4.7

gﬂ 4.7 AOWENE SEM 28919 BNTZ (a) 0.20, (b) 0.35, (c) 0.40 uaz (d) 0.45 tpndau

Tuaunalnifignmnd 800 °C 1 () 0.60 ua (f) 0.80 uAalmingumgi 700 °C
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4.2.1.4 nan19A9IdaLaIALlTEnaLNIALANTAINS
uwaalmifgmnil 700 °C uaz 800°C wanaNNITANEIANAT NN NIANIAMEIMALLR
L=l 1'% % va A all ' ra; a
qansrAAidnnrenuuudacnsiauds  Seldfinn@enue BNTZ  firhunnsuaslniignmnd
winfiu 800 °C lunnsdaimsnziing BNT AAndsunns Zr siausl 0.20, 0.35, 0.40 uaz 0.45
wsdiulnalug waznguiassitunisuaslmignmgawintu 700 °C AnsiintFunm Zr 1 0.60
waz 0.80 windiulnalng NRAgeUedALINaLNNIANIRNIANAEIMATANNTIANIINTYANt
nawuresssdiend (EDX) dafunisiiensiidegninanildlunisAnsia wazdoutlsznay
| n: £2 a £ o o o | v
Al AT IG TN udastinnsdausiuniaaasuudeng anunsonaulgandans el
doutlszney  Teannsfiansanannmunidauazanudnaasiadiadss  Tunnsiasoiias
AN NIRSTUNUFIaE e zaLA AN e Al nfunananInsTatandwLesd
lngnAgaaTalE avsneeuAtAHd e @ luunuse LazA At LI R luunuuey
gl 4.8 uar g 49 wudn we BNTZ fiduameilaiaonuduilebaoiu
o o » iy [y 2 o oo
(homogeneous) &nAlAANNANHULANNAMNARIEARIIUTIIABUNG LAZAINANTN 4.2 A
funaiulddwuafinrasaianinasilssnaunldlung  BNTZ  wnsng  Tnenanisdiaszi
Burusqaeslafeulunsazdnsdoudaudreluus iiumuay ANNLBHIUNTAN
waflaiflan andui 0.35 wwdoulas luatuilirngeiedonas 11.39 Inuazman Aullwgiudnlu
NNFILAIZY EDX ULAWANTUUATNNaete18Rn Waldeniinmsiuuinsuidauialaniiy A
WAMNUANEIN LATIUIATBIABIENAZEU (spot size) MmmnzanDalduiladadrAtysiannnIn
a s o v a ana o - ; ' Y i
189n1596AT2 i liAANAeel s iUYTIARS (interaction volume) NIvnuUsaINTUAUA
I a v =& o 2 a s A a ~ a s
agisnlnfiAns Awinldnanisdieed EDX ludatfsuimenaasinanisiianesiaediniuy
uanqaaulafgadesdng deilunsiszdinsusuadnasdfurideeens Widauings wds
adenBualunnsfiensinate  annafiuuiaduawiu  vEeinsnszikunivu

=< o

(mapping) awilinnsiemeiidafunnesaAnmanuilanuuugl uesiEeafanngea

1%
Ao Ao

ilasanluwanddeiifinnnidantfuuiuloduenuininimieseiiduiveanisguudion
naaadiasaaden A ldnsiemefidaiuineesns Zr inseanulusiin BNTZ lifia

y o X = X
win TN W NTUANNLTNNUNTLRN Zr AU



Bi

T Electron Image 1

0 2 4 6 8 10 12 14 16 18
Full Scale 75 cts Cursor: 0.000 keV

Ei B B
APt g By it

12 14 16 18
Full Scale 105 cts Cursor: 0.000 keV|

Electron Image 1

91) 4.8 nwdne BEI INN&swen2 3000 uaz Spectrum 1 1431A3129% EDX (a) 0.20, (b) 0.35 (c)
0.40 uaz (d) 0.45 upalniiguugil 800 C
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f——— L ki e e T
a 2 4 6 8 10 12 14 16 18
Full Scale 268 cts Cursor: 0.000 keV

(b)

Full Scale 924 cts Cursor: 0.000 ke

g1l 4.9 nawane BEI INMAspa1e 5000 Uay Spectrum 1 1491AT14 EDX (a) 0.60 uag (b) 0.80

waslmingnuugl 700 °C

F1974 4.2 NaTeUEUaeALTNaL189a75 lues BNTZ fagmatia EDX

Element

X Bi Na Ti Zr O

Wt% | At% | Wt% | At% | Wt% | At% | Wt% | At% | Wi% | At%

0.20 46.92 | 8.86 | 4.18 | 7.18 | 19.41 | 1599 | 235 | 1.02 | 27.13 | 66.94

0.35 48.37 | 1264 | 239 | 563 | 13.93 | 156.76 | 19.17 | 11.39 | 16.15 | 54.69

0.40 39.36 | 6.97 | 294 | 473 | 13.35 | 10.31 | 16.37 | 6.64 | 19.31 | 44.64

0.45 52.30 | 13.86 | 3.36 | 8.10 | 15.82 | 18.29 | 13.66 | 8.30 | 14.86 | 51.45

0.60 23.27 | 3.76 | 140 | 2.05 | 0.57 | 0.40 | 39.24 | 14.51 | 26.48 | 63.72

0.80 51.1320.81 | 3.57 | 13.20 | 7.06 | 12.53 | 34.19 | 31.88 | 4.06 | 21.57
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4.2.2 HANNSLASENLESINN Biy Na,  Ti, Zr,0, (0 < x < 1)
WAIANTINTLAR AN BNTZ f5unns Zr $aaag 0.20, 0.35, 0.40, 0.45, 0.60 LAY
0.80 TnaTuauds Asine BNTZ sananaunaadugldaausasu 1 s flwaan 15 fund iwda

welunaw (disk) Aidurugugnats 1.0 cm Tnaldwedlallanaanaged (PVA) anududuies

'
a

az 3 Tnevwiin uarstiauienlunistugl anduhdunusndumesigumad 900-1000

9 U

°C lwaan 2 Falus frednsnisiues 5°C/ min ienNeAnEng RN candmsunng
wndumed InanisfiansanaineimumEuittaslas A5 9NANT09LEIEN BNTZ 1iansu
an rdl [ ' =< o© = a d‘ o s
HUNYRTUETIMNNZANAINATY AN awiseNEINn BNTZ et ] 14 lunaseunuaniis
% i o 1
using 2aeiansialy]
4.2.2.1 HAATINADUANLANINNIENINTBESINN
Tun19MAReINIg M) NFWmMasINIzaNTl Asi N SN Tumes 3 arungi Aa 1000,
950 waz 900 °C e iluaiunu 2 99169 $m913UA9 5 °C/min Inegungiusnininimaaas
goumnRnTumes Aa 1000°C MFunou zr §eeay 0.20, 0.35 uas 0.40 Tnaluadsgl 4.10 (a)
e s . N Y N A 2 g
wua1 Wagsdniduutiunan lLdmdaodegine uazliiinnimeseuazaig aantuaionig
BNTUMaiNguUnd  1000°C NniTuaninisen Zr sall idemsniin BNTZ 8&waaady
> = o P A A X A A o \ v A oA
ARNHARNNY WAHBINNLTNIM Zr 1nTuArAAsauas Haneuzununay Wdadon uside
51104 Zr Feeaz 0.60 uaz 0.80 taslua iNan1suaanara uuisFfANULHLOLaIUNTNIATN9

a

. - X o . — - . & m
Ao Nnaw Avgl 4.10 (o) waneInguun i ldluntsdumasdsldmnizan aianng

U

Uanugnmnidumediiu 950°C ang 4.10 (c) wudn nswsnttestatauienas 0.80 lnalua

a

e

£%

daufnnIsvasnazatsfnwsinezgiunet antuwlaaugnuniniswndumasitlu 900°C Aeg
2.7 (d) DaddugnmniFume fMmaizand miumnin BNTZ tu S liidamaniniduueiu
nau uazldifianisnaanaraiafnuEuazgiun
e Beue AN T I9EINEN BNTZ Meaugnmaiidumasaa 1000, 950 1ay 900
°C Taelddmaauas 5 °C/min a2 dalae wuddnerasddasniin BNTZ dauad
an & © v a < a dl = a
warNaTaNg U NTUmas Nnliiian1susenaratsvaalingain BNTZ WWain smnsunn

Zr 1N Adinnsangomndumasain 1000°C u 950°C auda 900 °C wialsilinisiianis
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wpanazasveasiadn BNTZ ludumeunisiumesivngsin BNTZ Raaannisiumes
uuLdreaman (liquid phase sintering) lwpaugAunistumesiuaniuzaeauds (solid state
sintering) Iz saanasaneaasiaiunaelumavs vty eansae
AuregIEsdn BNTZ Aa @19 Bi,O, il Na,CO, Lﬂumﬁ{ﬁamm@ummﬁﬂ wazans Tio, fu
210, {uansiRqavaeumas Weansseiwinliisuiulasiumanndumes aulfifamn
2N BNTZ e funasnsiiiu Zr winf 0.60 ua 0.80 trwdaulae luaviu salddamniinidia
nsvaenazany Hesannisindffisiuresangediaue (2i0,) fiflqpmannimangs uaz
loAeuAfuema (Na,CO,) Hanuassviaam ﬁmﬁﬂﬁ@gmmfaummmma‘zuummi:ﬂ@uﬁu
aARIAY SniinsiRndiunm 20, uaz Na,Co, ‘Lu@"mmﬁ'quﬁlmmmwi@mnﬁmﬂﬁﬁ?m
lesanuinesiin BNTZ deusi 0.20,0.35, 0.40, 0.45, 0.60 kax 0.80 tawdaulnglua 1F
gnmgiidumesmifies 900°C wintu sialuAsinnnsAneaavaemaszegsdin BNTZ Tng

\A784 Differential Thermal Analyzer (DTA) 1 WANNNIAUAZNNIANLAYTNTEUTBIANIFIBEN

1
ad a

Wiauiuansgdanalsianiazmure  MlinsuanuwanAe|mMRIfaTL - @19
a ‘ﬂl d‘ Yo +% o }7) dl v a a
nagauianslfsuulasaialdiuaanfewin s uqavasiaciuiazaeedssin

BNTZ
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a

31l 4.10 ww31dlN BNTZ Wamnumasigruugd (a), (b) 1000 (c) 950 uaz (d) 900 °C

U

AMNUULUBABILLSINN BNTZ
UNITLATITIANN NN ULULAEIIEN BNTZ Az iisaanidugaddanishAa 38n13usn
AR NITMANANIUNLLL e mATlATeIanSANAE (Archimedes's method) AaNAEUANNNg
d‘?/ ?3’ o ] a aal dl A ' I IS4
wiunsetluing  €eudnianiauileAe  nmnAIA NI RN B A gL LLILNNg

AenlUuYeesadiand (X-ray diffraction pattern) T9azedungsuazidansameliil

® ANANMNUUILUY

a

\Watne BNTZ Aidun1sdndn innasesmnume igumgd 1000, 950 uaz 900

U

¥ 1
°C Faadnaaiu-as 5 °C/min Wwmaiunu 2 dalue udatiunmAiANAIIIILLLEDE
wanNNsre9ensARAd annanAmTuiugl 4.11 wudngruugRGumes 1000 °C uaz 950
°c wuldlamsfinlinsuynilFunmuninsia zr Wesanfitiunn Zr feasy 0.80 Tnalua ifin

k3
'

NsnaeNarasLiNAnLALeZgANY  ANANIN 4.3 ANANHNILUNTBIABNG UM NUNAN

o
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InfiAeaiusznang 5.37-5.87 glem’ WAz 5.59-5.83 g/cm’ ANNATAL AU UM NTUMAaT 900

°c fedwiugumgiifvanzan  Wesanlfasfinasundnndaunnin Zr  wazA

1 ¥ Q‘ < 4’ o o o dl al é’ 1'% IS i '
nuudud e TNy TIRNAUSAUYTNIU Zr ARNaUAYE Tmﬂummﬁwumuuizmw

%

5.17-6.09 glem’ ifluAanumuawiuinnnduneguuniandae

¥ ]
& 6 - MR o ey
- ; I 1
2 | «
g 5-
—a—  900°C
44 —e— 950°C
—a— 1000°C |
3 ¥ T T T ¥ T T T
0.2 03 0.4 0.5 0.6 07 0.8

Zr-content (mol%)

71l 4.11 AnumuuUL BNTZ @9138n Miaauunddumas 1000, 950 uax 900 °C

AT 4.3 AMANIHUUILNLIRAEINEN BNTZ U senTuine g isnee

Density (g/cm’)
BigsNag s Ti,,Zr,0, = 5 5

1000°C 950 C 900 C
X=0.20 5.72 5.81 ST
X=0.35 5.34 5.83 6.01
X=0.40 5.74 5.59 5.92
X=0.45 5.87 5.78 5.96
X=0.60 5.64 5.78 6.06
X=0.80 - - 6.09
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(110) ||m
e (211) X=0.60
(100) (111) (210) » (2,20) (301)

X=0.45
MM—»»J L»WW Nyttt Asmomimtortdd N PN N M

3

.

;&? X=0.40

(g Py J s A A‘ A A

2

= X=0.35
X=0.20

\J I il l 3§ ' v I T l T
20 30 40 50 70 80

20 (Dér’((_’;rees)

31l 4.12 sUiuunsReauressdlendres BNTZ wondn thunisundumaeiigumil

(a) 1000°C ua¥ (b) 950 °C freeinsauas 5°C/min e 2 42l
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.20, (110)
(200) (211) x =0.80
100 (220) 0
_ (o0) | P (111) jL (210) T )\(3 1)
3: x = 0.60
>
L)
> X = 0.45
\Aﬂ;_,__l o xeess
“ —
= L . A J L A x= O.ﬁ)
’l A Jk x = 0.35
h_ A
l A A X = 0.20}\__
d T A T T T T T T T T
20 30 50 60 70 80
26 (Degrees)

M
A/%_a_m X =0.60
f'\ 9 \'v\/A Al AV I ag v Arcd
3
s e X =0.45
> I 7 b S o v - v \"2 R di 3 v v
i A
[77] =
T Ao At Ay s v 22040,
@
< A
= o ISR o X=035
- AW"V A A‘V —) s O > O D, £ a v‘v
¥ T N T u T ¥ T T
73 74 75 76 77 78
20 (Degrees)

3
iU 4.13 () gluwumsdeawiresis@iendues BNTZ wsiinguungfidumes 900 °C finns

G

nlasuulaslazesine &unmann (b) Adiuno Zr0, $auaz 0.60 lnelua WANLaNAYTU
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4.2.2.3 HANITATIRFAUTATIAS NN NANIAARATTINN
lernigandin BNTZ fiunisinGunefguumni 900°C FoudnsTu-as 5°C/min u
e 2 dalie mnﬁuﬁﬁmﬁmﬁwm:mwmaLmzmezgﬁﬂw WiGsuuaziuszuny
ANt thermal etching figaunnil 800 °C Wluaan 15 wd Awhwndnmnlasearanis
ANIAFNLINABIRANTIABLANATAULLLIARINIIA (SEM)
HaAINNNFANETATIAF1NINaNIATENTIHN BNTZ Aatinded SEM fagyl 4.14 wudn
insuaeaadsdn BNTZ d3Uduuudaiuend (equiaxed grain shape) FalFunn 7r faud 0.20,
0.35, 0.40 uaz 0.45 wnadulnalua (31 4.14 (@)-(d)) wudAan O T R ITar TR b fareh
ﬁmuﬁmlua&i%umuﬂ?mmmﬂau Zr daui oy Zr winf 0.60 uay 0.80 trrdaulaglug
wudndinsuawalanunsnenagszuansuanaa e fagd 4.14 (e) uaz (M) ﬁqzﬁ"uﬁwjmdﬁ
dhinsuauialan Ae Wawesans Bi,O, LAz Zro, mﬁ@u*‘?{mwwmmgﬂLLuumuﬁmmumm
Fe@iand insuaundnFunuas) Zr (Zrrich phase) 8EgeUTMIBLINTY Fennndnius
fudfinsiuineaans desnsag zr SAvmiefiesuannd1ain T wazans o, u3qnan
apuaBNIMAge kaziaanuiilu polymorphic A Agupigeiilassa¥raunn@adin (cubic) 1]
ARNLATIES LLﬂZ‘ﬁI’QMHQﬁ 1170°Cifianasitlasuutasipssaireanianszinues (tetragonal)
uululnlumdiia (monoclinic) Aigniuniitas Asiautihans Zro, sfugnsdelugsniiniia
Tnsaafranessanalningulnmiun endasdadu wsdnuuGaulnnuniaesTawn (Ba(Ti,
76)0,) A zr adlulussun@enlnmin BaTio,) fe¥enar 30 Tnalus nadne
Thsaaramaqamanudunsuaisilauinlnjesludas 20-60 Tuaseu unaiien tnglaidl
waseaat sansusnilaLEunTeLnsuAY BenanuNLIvsnatansuIuA AN
ﬂifmgmmmmmﬁmmmﬁﬁu danalirnasfiladiinyingenasin BZT fiAnged 25,000-
40,000 uasiiFurnimesnegay@anmaladiinyinen snmdafl anuanansnlunisulasumad
(78N pinched phase transition FadNEILI0NIWIINEN BNTZ Ad1aiULEsndin BZT a1An

o

ANANHULINIUTRUTINEN BNTZ anaazdanasaguiiminae Wi Anauetuiy
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Tpm |

71 4.14 TaseaF1enn9qaninzeamsln BNTZ ALfFunns Zr faus (a) 0.20, (b) 0.35

(c) 0.40, (d) 0.45, (e) 0.60 Az 0.80 tArdaulna il LNFWMaTgMAR 900 °C uaan 2

S YR
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AUIAUDINTY
fevinemmasenlnnaienaamadaandesanssmididnaseuuds  nning
SEM WU backscattering electron AfAEaTEnE 2000 Wi FaRNg1a 4.4 (enduisunn Zr See
az 020 Taelua dhefmndsans 2000 win lignunsaueasiuldinsuiiesanniiamadn A
nIWaNe SEM aiim secondary electron fitn&seng 0000 WiN HIUIANTUIALNTULNL) LAUN
WAL ANTULRSLETIHN BNTZ Tmﬂ%’?)dﬁmmuuamﬁﬂmum% (mean linear intercept) lagl
andumstuLUgNE s ueteias 10 dumse Wieldrtuininsuedsfiigniesuazaanm
AANALAREUTY AINKANIINARBINLIIILNAIN IR0 EN BNTZ Aansngl 4.15 ay
Sl flodiutFunn zr 1ty suwimnsuduun Eaiasaniuges snduiun zr See
oz 0.40 taalug Huuninsuedegedlsy 537 Tuaseu prafinainnisunfives zr*' anelum

e luiunimunzanasi linsuliaus lugindansmusunm Zr Adnmdauaulusmein

BNTZ
8 8
7 -7
£ ] — 1: B
= 64 .\.—i——{_. == o 6 g
o 1 / . i
N [ ] <
w9 A 1° =
= - -~ i )
© - o
= 44 - 4 3
&) s
3 - —43
] =
24 = -2
14 -1
=
r . & T 11 7T 01
0.2 0.3 0.4 0.5 0.6 0.7 0.8
Zr-content (mol%)

71 4.15 ANANAUTIENINTUIAINTU AT AMNUUILUUAL LTUNUNIRN Zraeg
93N BNTZ 71 Sasiay (a) 0.20, (b) 0.35 (c) 0.40, (d) 0.45, (e) 0.60 claz 0.80 Ingl

Tua wWrgouugd 900 °C luaan 2 dalug
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AN919 4.4 AWIANTVUATNINDNY SEM 289L191:0n BNTZ

Bi,sNa, ;Ti,,Zr,0, PUIALNTU (um) NINDY SEM
0.20 0.78+0.10
0.35 2.63+0.17
Soa T
0.40 537 #0.16
yz aaa‘m'

7




BiysNa, Ti, . Zr,0, IUIALNIU (Um) NINDNY SEM
0.45 418 £0.29
: ivgﬁk‘.f V‘%z;‘aaam S EMRSE s CMU-
0.60 4.77 £0.52
a5k “;v;?:__‘,ba—ga—ﬁa:??: o EMRSe, CMU
0.80 463 +£0.38
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4.2.2.4 uansnsIagauasAlsznaunaAll
\Wadhenw SEM @918n BNTZ udainunmsiadauasdlsznaumianiidnamaiianis

nrzanaaesfa@iend (EDX) nnnmasascnan s BEI iedunndnsusanuduan

(%
' v a

uANANa (contrast) TaanIWHLGEILIFMAMIUAZAAN TeaztuanisaiRiaesaen
ﬁﬁmmz@ﬂuvﬁmﬁn BNTZ dsznevusansin Bi, Na, Ti, Zr uay O defliavasmes 83, 11, 22, 40
WaY 8 ANAIAL 3@Lﬁ@nu?mmﬁau%i%um’iwm‘zﬁmﬁﬂazﬂ@mmmﬁ;ﬁiﬂiﬂ WUIEIINN
BNTZ yndsunumisiiin Zr Insdaulunjiiewanan (single phase) Ldniuvisndiainsidy
WAEIL Lwiﬁu?mmm@uLﬂiuﬂmngmmm (secondary phase) 289413UsznaLiEetey 1N
Foaufitiunm Zr il 0.60 waz 0.80 idiulngTig arsnsadugunswunnfinmased
mﬂgﬂLmumﬂﬁ”mmuﬁqﬁ\ﬁmﬂsﬁ HaN1IATIT EDX 209d0din BNTZ TiiniSanns zr
$neiaz 0.20, 0.35, 0.40, 0.45, 0.60 uaz 0.80 latlua AazeiueseaiBennisdenivuion

NNNTATIEY bATATIRaaLadALsTNeLITasa s Fa LAl

HARLASIEI EDX aaatds1in BNTZ d3unas zr 71 0.20 Andaulnalua

Tunn33iAszif EDX 1899980 BNTZ P3unnd zr 1 0.20 windaulnelua aq%umuﬁg
wauraudnann IHiaeniarsnauition Ae Udnouading (Spectrum 1) U3anzeLnsy
(Spectrum 2) uaz el (Spectrum 3) TaFnniuiafeuduwadenty fuiem
Humaduannsinszi spectrum 1 Wudn ufiEunsessng zr @ﬁu A numa

Y9LIa5IALUA (ZrO,) AN spectrum 2 uas 3 UunLeAl 3TN uaIAaNIFISIIeaENEN BNTZ

OGN

2 7 y T T Y T T v Y 1
0 2 4 6 8 10 12 14
Full Scale 127 cts Cursor: 0.048 (3503 cts) ke
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Bi
Ir
o]
" Na er Ti
i *.,W_Bi Al Bi Bi
et 7 TR 7 T T T Ty T T T
4 |0 2 4 £ g 10 12 14
Full Scale 127 cts Cursor: 0.048 (2442 cts) kel
Na &
o Z :
y JZr Ti
UL (TN B
t 3 y ? y T T T 1 T 1 T 1 T T
0 2 4 B 8 10 12 14
30pm 1 Electron Image 1 Full Scale 127 cts Cursor: 0.043 (3523 cts) keV

71 4.16 nWaE SEM waTnN19IATIEW EDX U3land (a) Spectrum 1 (b) Spectrum 2 kag (c)

Spectrum 3 289L51HN BNTZ AUFTNN04 Zr winriu 0.20 wrsdoulng lua

199 4.5 avAisenauvasss lumeniin BNTZ Wa Zr winiu 0.20 windaulaelua

Spectrum 1 Spectrum 2 Spectrum 3
Element 1

%Wt At% %Wt At% %Wt At%
BiM = - 64.81 20.76 45.65 11.49
Na K - - 1.87 5.44 6.57 15.03
Ti K - - 14.08 19.68 25.86 28.39
Zr L 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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NadLASIZY EDX aa9td9nin BNTZ S Zr iy 0.35 tandrulnslug
Tun159uAef EDX a99um9sin BNTZ U3u1au Zr windu 0.35 Taelua anniw SEM

wudlpasuanan Ae avdlsynanandns BNTZ vinamnialunsu (Spectrum 2) uazifin

a v

andszneuid@edeuduain  Spectrum 1 fuilrgudnduansdsznaudaininsoulnme

an

(BNT) NUfsenlianysnizesszuy wisaifinangnmgin dlunsmndumes

(a)

Bi Bi Bi

Bi "
2o taadiniudim El..’.'u.l.. .
LRy 5 fets 5 B 10 12 14
30pm Electron Imags 1 Full Scale 43 cts Cursor 0.048 (3322 cts) keV

71l 4.17 nene SEM uazn1siAsIeid EDX 1A (a) Spectrum 1 Uag (b) Spectrum 2 1184

98N BNTZ A/50004 Zr windy 0.35 tasdnulaslua

A1319 4.6 B9Asznauee9a7s s in BNTZ Wa Zr viniu0.35 wudiulng lua

Spectrum 1 Spectrum 2
Element

YWt 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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NADLASIZI EDX a9 BNTZ ws1Rn NUSNAe Zr 190 0.40 tAsdulnalua
Tun193LA91ed EDX 284 BNTZ 169180 AN Zr windy 0.40 windiulsaslua a1n
1 1 & a ' = o é‘ a
NINDNY SEM WL31A1N Spectrum 1 WaaN3LATIZHNARTIILNINAITULTLI BN TUI BN

van duilsgruinduanidiutlszneuaessns Bi, Ti, Z- uaz O 491 Spectrum 2 AT

Ui e lwnsuidadiiumandn uaslasdlsenauressiniilu BNTZ

o

H Bi
6 8 10 12 14
Full Scale 19 cts Cursor: 0.0¢8 (3166 cts) ke

Electron Image 1

71 4.18 nwdne SEM wavn3aAsnzd EDX 1319nd (a) Spectrum 1 LAz (b) Spectrum 2 189

BNTZ 150104 Zr winfiu 0.40 Lamdulng lua

A9 4.7 a9ALlaznauwessns luerandn BNTZ e Zr 11y 0.40 windaulnglua

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
Ti K 6.20 8.76 9.34 10.84
Zr L 7.64 5.67 11.51 7.02
OK 14.77 62.46 16.76 58.25
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HADLA9IZY EDX 284 BNTZ wisniin flsunm Zr windu 045 waudaulnalua

Tun193Aszf EDX 989 BNTZ 169930 ALuN0d Zr windu 0.45 wendaulaalua ann

AWENg SEM WL uuieSpectrum 1 1 @enaas s i g AnialuLsn e uingy LAy

FLLISpectrum

2 Fpszitdnanigluinsudedad i anan

WL 9AD9LFL 0T

avAlsenau1e9snduansBNTZ anlassafimsqanianudngaulugiianudluilaineniu

Electron Image

Ti

Full Scale 20 cts Cursor: 0.048 (3105 cts)

Electron Image 1

Full Scale 20 cts Cursor: 0.04€ (3082 cts)

12

14
kev|

14
keV

31 4.19 nawene SEM Uazn19itAsngit EDX Usian (a) Spectrum 1 uae (b) Spectrum 2 984

w180 BNTZ Af5un0s Zr winriu 0.45 wandoulsneTua

A3 4.8 B9ALTENELIB9578 WLEIHN BNTZ e Zr 1vinfiu 0.45 wedaulaalua

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 5.77 13.86 8.08
OK 28.68 66.85 18.82 62.56
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HAILATIZY EDX 1096515 BNTZ RS Zr 1windl 0.60 sAsdaulnalug
Tun1s3LAs=T EDX 189 BNTZ 157iin Asunms Zr winfu 0.60 wsdaulnelus an
AMn SEM  asgl  4.20 Wud’ﬂmm%ﬂﬂm\i’ﬂ@ﬂmlﬁﬁﬁﬂﬁmmmﬁm (heterogeneous
microstructure) MuW&uaN a1n Spectrum 2 wudnHasAlsenauaessisiuans BNTZ gou
Spectrum 1 waz Spectrum 3 duilngududumaidelu (inclusion) ﬁﬁmuﬂi:ﬂ@mmm@ﬁm
vinUfAsaiumanan Faildlufiasnadnaziedeuilaslmuaeins  wulumadannd
a9ALszneuYedsns Bi, Ti uaz O @'meWmEialwuu’wmshmhiﬁmm'ﬁ@uﬁl,@:gﬂm?‘mgju?lnm

TRULNIY AANTUIUIAENAATNT DAL TZN L8815 Bi, Ti, Zr Uaz O

(a)

: 4 ) 8 10 12 14
Full Scale 41 cts Cursor: 1.048 (3033 cts) ke

()

4 6 g 10 12 14
Electron Image 1 Full Scale 41 cts Cursor: 0.043 (3102 cts) ke

31 4.20 neng SEM uarnnsaiasesf EDX U3land (a) Spectrum 1 (b) Spectrum 2 184 BNTZ

AUTHA0L Zr windu 0.60 wedulngiua
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L T T
o 2

F4 6
Full Scale 41 cts Cursor: 0.048 (3107 cts)

keV

14

31 4.21 A wene SEM Uan1saiaszil EDX U3ank(a) Spectrum 1 (b) Spectrum 2 uaz(c)

Spectrum 3 18965180 BNTZ 151104 Zr winfiu 0.60 wrdanlnetua

M1319 4.9 B9AUTENELIIBN817B4EINEN BNTZ WWa Zr wihri 0.60 wndaulaeTus

Element Spectrum 1 Spectrum 2 Spectrum 3
%Wt At% %Wt At% %Wt At%
Bi M 88.56 41.04 45.65 16.38 2.47 0.46
Na K - - 5.62 18.34 - -
TiK 255 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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NALASIZI EDX Uadkds1an BNTZ Usnnoe Zr winnu 0.80 wArdulnaiua
Tun199ms1esi EDX 289u891HN BNTZ U5unes Zr winny 0.80 tAmdqulnalua naw
SEM # Spectrum 1 1aenawmsyfinsusunadnamdatlumadelufsrauioneeuingy adne
AunsiinIsENLSNNM Zr winriu 0.60 wmdoulae s wiasddsznavaessiai Bi, Zr uaz O
= i a o = & | a T a AJ =) 1
aspadntlugnsiaimnoeslafianeanlas dau Spectrum 2 AwAssstinnna N susaiedn

Wumlandnaedlesdilsznanaessisduais BNTZ

Ir
Bi
Bi
o] 7t Bi
T ? T r T Y T T T T T T T T
0 2 1 [} 8 10 12 14
Full Scale 488 cts Cursor: 1.048 (3237 cts) ke
B
Zr
Na 7
o =
4 Bi IL Ti
1 " i
Ei Ti Bi
0 2 4 6 8 10 12 14
Full Scale 455 cts Cursor: 0.048 (3297 cts) keV

31 4.22 nweng SEM uarn3aAsnzd EDX Li3Iatl (a) Spectrum 1 LAz (3) Spectrum 2 189

913N BNTZ AUFunne Zr windu 0.80 wirdquing tua
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F1979 4.10 239A19¥Na189516 luEaNEn BNTZ Lia Zr winriu 0.80 wndaulaalug

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
T K - - 15.14 19.21
2L 80.51 50.70 15.46 10.30
OK 13.25 47.59 12.42 47.15

87




423 nSANIANUAURILTSINN Biy Na, Ti, Zr0, (0 < x < 1)
4.2.3.1 HANITAFIAFDUANLALTINALRILTIINA
HANNTANHIANTRITINATRLEIIHN BNTZ  dasmailani1snagau iy ldnianeduanu
(nondestructive testing) R m’i‘wma@‘ummLﬁdﬁmmaﬁﬁf;ﬂmmméﬂ LAZINNATA (Knoop
. o v = o ' <
and Vickers hardness) %1l¥NsNUAUIATRITALNA AIATHITDATUIUNIATAIN UL UYL
(HK) 1A NLdeluLannesa (HV) ANenaaesds (Young's modulus; E) WATAIAIN

FunUsiasaausn (fracture toughness; K) Ilauanisnsaasdssioliil

AANLdILULYluaZAInINasE

et dununiin BNTZ dmagaUANLINeTAUqanIAkLLYLLaYININesalaanIg
Husenn 500 N3 waz 1000 nf madndy sinlildsenraseg 4.23 lafigulisuunBdon
mumLﬂﬂmalutmzﬁizﬁmﬁm?{m?{ﬂumm"ﬂﬁu WUFIIRUNATBUTINNN BNTZ  UNemsdIn
gﬂiwwmaﬁ@ﬂnmimummiﬁqgﬂéwmmgwuﬁmi%l,ﬂu losmuanetiade Wy nnsdei
AotuulaiBeu sy uqnunliatiunu uaziumin (oad) Ainnasuuduulimanza
lunmaseadielfusnauuiatunu wudﬂmﬂnmﬁﬂi'ﬁﬂgﬁmﬁlaumﬁhuﬂﬁmaamiﬂmm
(OM) tHlsiansnsonsafinausesnslddaia AU TaLIIATasenNA lgnsiadusiugl vin
Iﬁmmuﬁaﬁ\m@ﬁiﬁm@%lﬁmm’mﬁmwmm@,q (M19°9 4.11) Fau AR A HanmAand

ANTATNg 1PN NIMNaUNATaENAAMNATNINEANNARIAaNITALBIANATAY  (SEM) (A5

4.11)

ZeRU . %588 SBm E)MRS'C.;C!‘iU
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71 4.23 seenauuLYusTINNasaAT8aEEN BNTZ WatSu1niniaiEu Zr

BB (a) 0.20,(b) 0.35, (c) 0.40, (d) 0.45, (e) 0.60 Laz (f) 0.80 wraulaalua

neanIneaaedsegl 4.24 unsnarudunussuaneananundauaziniunig
Fin Zr 2901m918n BNTZ denadianansudaiuyilussiuuininesaiuuniuluiianig
Aot AlEuiuBinmmaiin zr neAeesudautiyidludes 2.78 - 4.76 GPa
dnurauduAninesialugeg 3.24 — 5.24 GPa Anlaailannudeingauazen
mfnmﬁdz_gmmﬁﬂ?mmmuﬁu Zr Wil 045 waz 040 iamdaulnglua AudFL B

A

tadaiinldpiauudewesasidn . BNTZ s Ae  jwguiviaunaeay  (residual

U

]
=< A

porosity) Tl ud U NI ATUENEILNINNITNTUINETUBITUINY - YiTBIRATUANN

1049 199EMINaUNA (particle) AaUAUNY Aunalidarauainnineng SEM fagl 4.23

be

a a

(d) WuRaT89dn BNTZ Asnmunaiiin Zr windu 045 windaulaeluassiingngu

v 1
v a

wnnisdsnnmeuinsuaznalung Awnldidianundengs  wslunianduiuain
nwdng SEM aegll 4.23 (¢) WudnRnaeaLtsndin BNTZ yideunmuniaidis Zr winiu 0.40
wndoulneuaaziingngulies duluguintunousia zr ludhmduliianuwanzand

o v = Il a <
MmiinsudaalunjuaclAianuulgegn
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6.0 6.0

5.5 - 5.5
& *° : 55 <
o )
O 504 £ - -50 X
;‘ | L e |
@ 45 45 D
2
5,1 : I lao S
£ 4.0 1 40 3
2| L. 4
(/4] .5 1 —
@ 35 Lr3 5 =
g 0. . 3
2 |30 130 &
Y j L
2.5 | Fa2s
2.0 - 2.0
Sl = ;

N |
0.2 0.3 0.4 0.5 0.6 0.7 0.8

Zr-contentration
gl 4.24 Ananudawuuyl usruuudninesdraanin BNTZ

ATNDARAUBIE
ievinsmagevu ARy ldetiavdn 500 nfu iNAsaenAZU A A NN
=y 4? = t o ] g o 1% il/ v v 7 &
Wenguiu fanednmdissndadunzusagnsasianaduduiuduen (b/a’) aessas
nawgsdin BNTZ  snuleuifisunudasdaussuinadunsueaguaasianaguduiuduens
1a3vanayLl (b/a = 0.1406) uaathiAAauiwnLy wiuAnlugunsiNen AagdaTetls
v | 1 14
NNUANIINARENANGL 2.23 wudiuunliuAnegdaaesialai@uiuFunn zr sy Taedien

agszndng 60-143 GPa MfFumu Zr wirfu 0.40 wiwdaulnelus uAuagiazesdsfiges

k' 9

v %
=

uazANBRFERgANTSIIM Zr Wiy 0.20 wsdaulnelus WiasnAuegdazesdaidui
Anmnudauungl (HK) wardnsdousswinadunzisayuresionaduduiuduenn (b/a)
° L 2 s v % 1 = ar 1 < t;l

inldrnuagdavesdiiuuainduieatuaiauudanagl Tunmesasiiseanauuuylaeg
137dn BNTZ fidnwnuzlianunns Sainlidnmgau b/a’ ueddiminnitgnsdau ba 1a

vnaytl finaanaumnuul waslBanngnguaesdung v lfeungdaresddildainng



NARITAIAINARIALARGUEN AITVINNIITNARBINANANELFIIOLLLWURITWIY uazIAanALTEn

dl = =] A a v dl v ' o dl b %
‘VlL?ﬂUiNNEWﬁ:u‘MT'ﬂLﬂﬂgWﬁzuuﬂﬂ WBAIHYNABNLNUENURINGT W?V]ﬂ@@\?‘ﬂiﬂ

180

160:
140 - f

120 [ i >>
100:
80

i

40

Young's modulus {(GPa)

T Y T

i T X T ¥ T ! 1 ¥ T
0.2 0.3 0.4 0.5 0.6 0.7 0.8
Zr-contentration

31l 4.25 Fnuanadveedasin BNTZ

ATAIHAUNIUABNITHANIN

WavinnmagauAiANLdLLaAninasfaetinmin 1000 NFNLAY NATRLNARNTILY
P R o by e o "
Aezfingudamaenty Wernminilduanwadt st iRnseauanifunkuaesesnn 9a
ANANENITRANTALLAN LAINIAIAINNITNULLANINATAANARAATENEN LATAINNENITRLLAN
WUANTUANNNT  HANINARAIWLIAN ANAIINATUNIUABNITUANTANIZBAETHN BNTZ Azl
4.26 JuualinliTuiinfunos zr Aduau Taeflrragludos 1.34-286 MPa.m™ Mfum Zr
Wiy 0.40 wrdaulnalus SArAdusunusiansuaningega wasitsunm Zr fauay 0.45

HAANFUNUABNTUANANAINEA
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3.5

3.0

2.5 -

2.0

1.5 \l
. {___-——-«'

1.04

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

Fracture toughness (MPa.m'?)

Zr-contentration

71l 4.26 AanusunwsaLAninaasssdn BNTZ

ANUATNNATRETINN BNTZ hidfmzlflummmLﬁqtmugmm:ﬁmﬂm{@ ANDA A
124 UAZANANANUNUABNTWANTNILTLAUAIANMUILUY  TUAT8NTY Yae
. . o 4 . ., .
TaunwIad (defect) MAAIUNNYTY TIRSUEAIAITNANNUSTEUINANAMNUUILUY LAZIUNA
n3u AssadTRFNg A9 4.12 TeamnsndUnRAMNANRLS TN BNTZ wudns

o & o 1 os 1 d' % :// 1 1 =
ANTNANWUSIUAL T ALY 1NN Zr Fagas 0.40 Taeluatiu ANANHULLLUGS tNTUl
SATQToNC ol nautFTnalaigegnatinsudn

a o e A o = a o a dl o 2 1 a

nNNIRtantamnaTesdasslmaidnvsnitulden  edhamfing PZT  uas
PLZT shunudn eanuuds uwazpnusuniudesesuandszanns 35 GPa uay 1.0-15
MPam™ mus1dy WeulauifienAsielfdwgsndn BNTZ WugndinidguauRdnais

uazaunsanistlsye nevin U1 dauldiguiu
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anIsAluas (OM)

AN 411 AUANRUSIININ A TNIUNLUY LAZIUIAINTUN I NARAg N RITINa’ NNAR

Mechanical property

Bi,Na, . Ti, Zr O, Density (glcm’) Grain size (um) —
H, H, E(GPa) | K. (MPam'")
0.20 5.17+0.04 0.78 £ 0.10 4.13 +0.54 455+£0.18 186 2.00 7
0.35 6.01+0.02 263 +0.17 3.57 +0.54 631+ 0.66 125 1.70
0.40 5.92+0.02 5.37 £ 0.47 418 +0.19 5.6:2%.0.07 209 2.24
0.45 5.96+0.05 4.18+0.29 2.74 +0.55 J 43t D31 86 1.23
0.60 6.06+0.02 4.77 £0.52 4.28 £ 0.40 5.26 + 0.19 162 1.88
0.80 6.09+0.02 4.63+0.38 2.48 £ 0.49 3.70 £ 0.47 71 116

aNITAUBLANATAULLLERINIIA (SEM)

=

AN 412 ANANRUSIZUINANNULNLLL LA SIUNAINTUNT HAR AN TAEINA/NNNAD

Mechanical property

5 Wi 2T Density (g/crna) Grain size (um) =

Hy Hy, E(GPa) Kic (MPa.m ™)
0.20 5.17+0.04 0.78 £ 0.10 4.45 £ 0.49 433+032 60 1.25
0.35 6.01+0.02 2.63+0.17 3.63+0.14 3.97+026 89 1.34
0.40 5.92+0.02 5.37 £ 0.47 4.76 £ 0.62 5.24 + 047 143 2.86
0.45 5.96+0.05 4.18 +0.29 278 +£0.78 3.24 £0.50 63 1.06
0.60 6.06+0.02 4.77 £0.52 4.26 +0.10 544 £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




4.2.3.2 msAnmanianeliwaaadsfin Bi) Na,.Ti, Zr,0, (0 < x < 1)
Wadwsiin BNTZ e x = 0.20, 0.35, 0.40, 0.45, 0.60 uas 0.80 wwdoulaeiug 7
dunsdadasaanszasmaalfidussunuFey dnnmesauaiRladanysn wazaniiminng

AN warantRwlsaldnvanlduanimaaassalls

am a o
ANLRbARLANYIEN
dananesnAaniRlagidnyvingeassfin BNTZ figmaiives daemanud 10, 50
WAz 100 kHz ANANAL AanuanITnaaesagl 4.27 WeaiarsunanuduiudseudeAaud
1 dl a a 1 d‘ é{ = ° 7 d‘ a a d' d' d‘
wazAAaslaBdnyen  nudipnadgeauiinavinlddnasnladidnyiinanas  lesanfiannud
a v e A g a Ao . o
g aufansmauauadliagraniudn Tasanizarsmflstidnvinifiinsuaunlugy dowile
A el < N\NB W P2 L A ", / SO R
RasanANudNRUSITndINA AR IABIANYEN wagn RN Zr AfNTL wudiAnasiilad
wnvindueTdnbiauivltuan zr TnaiBunu zr fauaz 0.45 lalus Sarasiladidnyisn
Agn wazAunnrainsgudeladidnvianan douiiunm Zr windu 0.60 windaulaelua
1 d‘ a = 1 & = a a ¥ dl 1 'S
ApsilaBidnyiingege  uazAwnmesmsgreladidnvingauindoy  SeAunnimesnig
gudelaBidnyiiniige  SundunasnantFunugngulutlemednddivsnnty - adualy
wsfinddnuzsasanudusioi i anntuianegodedssq i dlidn ity ¥
TanuanunsalunsifiudssqWihaasenulddag — Adhidunailunsfiazdgsindinen
winirefmsgruidenialadidniinigellldon  TnelleRasanpluuunisdeuueedsed
lnd nndnalassaiumwgania uazasAlsznauesanleatsdin BNTZ Atsunn zr
Wiy 0.60 windaulnelug ntuduiirgiudnfaanilasesesannlszneu@eton sewing
sauinTudNa ilinnsuldsunlasaaspailadi@nvisn uazAuwninasnnsgrydeladdinn

In
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- ] . —a— 50 kHz
‘%- 2004 * —a— 100 kHz
- ]
2 600
= i
%) 1 = N
© 500+ \
| .
= ]
S 400- .
= @
m <
& 300 /\ A\
.. \\.
200 - S
1 d T T T T T T
02 03 04 05 06 07 0.8
Zr-contentration
(a)
—u— 10 kHz
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©
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0.8
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Zr-contentration

91l 4.27 pouduiusszndng (a) ArAsTilaBidnyin wae (b) Aunniseinnegoydaladian

yiEnuUFuIENITLAN Zr luemsin BNTZ

(b)
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1314 4.13 Arasiiladidnyisn uazrunnimeinsgodenaladidnydnaeiin BNTZ

GRIVEIGF R
Frequency ]
Zrcontent (% mol) | Dielectric constant (€) | Dielectric constant (tan®)
(kHz)

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

. 0.45 256.6278 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 N 204.2582 0.2709
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A3 4.14 anINFUIU WA ua

sAdNUsEAnBn st WA e qumsngn BNTZ

Frequency f
Zr content (% mol) Resistivity (€2.m) Conductivity (S.m™)

100

0.60 3.7X10°

0.80 5.7X10°

——\\_ -_—

0.20 6.7X10°
0.35 4.8x10°
0.40 3.5x10°
0.45 4.0%x10"

0.60 1.5X10°
S S i

100

. 1.3%X10°
= |
0.45 1.0x10™*

—\\_—\_vh

T e 1B > & \WruN 2 e
. 2.0x10*

— ]
. W 2.8X10°

T I — — R DS it

—\\__

0.80 2.4X10° L 4.2x10°

9.9%x10°

2.6%x10°

1.7x10°

1.4x10"

2.1x10°

6.3x107

)

(kHz)
0.20 8.0x10" _T 1.2x10°
0.35 58x10t | 1.7x10° 4
0.40 50x10° | 1.9x10° }
0 0.45 sox10t | 16x10° |
0.60 20x10° | aox10*
0.80 28x10° | 3.4x10" o
0.20 1.4x10° ] 6ex10°
0.35 1ox10% | 96x10° |
. 0.40 7.7X10° N -




antinWslsaianvan

anransAnEn ARSI ANy ndnenasacila Sawyer-Tower circuit finnud 50 kHz
Iiuaniamaaesinanslugl 4.29 dAnwozrenudsamestaresasin BNTZ ynansdau
mMsdnBinn zr sudeliausitauniniimingy 20 Alalas uasdanudumanurens
nFameiam AndnAaanAaninAlFuAETin BNTZ funns Zr seud 0.20, 0.35,
0.40 finsluaruudarinlRnn i lufantss usifdianms Zr faus 0.45, 0.60 uax 0.80
wdaulneluady dunndnfsnienlfsuilsmnesenueanduvasnrenuuianeiia

lafiu AulivguiFudanisinanlsduesisdawusnliin mazanisilwiizes

' 1
o

578 BNTZ flansnaq visaifiasangunaliini ifldifesnaiiazinliifanisinarlaediay
flanaasidaunnsasnialuaslasgianan A ldansliuanednensnslstanyisn
(ferroelectric) lwrmuiamnesaarassin BNTZ Afsunas Zr faud 0.20, 0.35, 0.40, 0.45,
0.60 uaz 0.80 windiulpalug (g1 4.29) alAngunn Al ewinnng beak down
() 4.19) wazusnanihilafinsnnddanmpasiereddianlsdy (P) uazArtnanlsirdy

494n (P,) ANAIN 4.15 WUINEIEN BNTZ dnidaiwanlaaduivaauvaa (P) uaziien

El - ]

oy

sumaudTnanlamdu (£) fann Searneniddefimiusnwudngsin BNT fih3gnasen
aunlnfirauda (coercive field) gaila 73 kv/em wazAnTnanlslnfuivaasan (remanent
polarization ) Wiy 38 (UC/em’) Laziafan s AU RN LE AN T AR
wanelumee 415 wudniiieBun zr Winty lamnsnmanld fesendnenizaesany
FumAsnennuEamessamun ﬁqzi*uﬁa:rgmdﬁfw’mmmiﬂﬁ’]ﬁiﬁﬁﬁmmmnvm RLLE
uanAN USRS nEInuULLEe (hard ferroslectric) WiefiniBunns Zr Wintu aadle
ﬁ@ﬁimﬂéfmﬁugﬂLmumﬂgmLuumm%\i?ﬁmnsﬁmwﬁniwﬁﬂ BNTZ fuanenisiasuudadses
Taseade ansaziamasasiaseaisuuusenluinsea sandumaresinseadauuuLLLmRT:
nuea ﬁ@lmfﬂwﬁw Morphotropic Phase Boundary (MPB) iwipeiniuimsniin Ba(Ti,ZrO, was

Pb(Ti,Zr)O,
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l"*
E
L
O
=
==
2
b
(3]
N
P . -8
] "= Spzso -sssee [SET
5 ] X=0.20
o = X=0.35
201 A = X=0.40
] H..-"" —=— X=0.45
.m'".. L X=0.60
s X=0.80

Electric field (kV/cm)

91 4.29 qeuBamesTAv9EII NN BNTZ §a8ia 0.20, 0.25, 0.40, 0.45, 0.60 kAT

0.80 TneTua TaadanAau Nl seunns 20 Alalass aeldAaud 50 vasmed

A9 4.15 AnAdininendasiuantiminslsa annanuadimsiin BNTZ e x = 0.20, 0.35, 0.40,

0.45, 0.60 WA 0.80 LAmaulne lua

Zr-content
P, Py E.
(m0| 2, 2 P/Flmax Ec/Emax RSq
(ULC/cm”) (UC/cm”) (kV/cm)
fraction)
0.20 3.69 3.86 1327 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 0.0 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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b
Polarization (uClcm’)

&

Polarization (uC/em’)

Electric fleld (kVicm) Electric field (kV/cm)
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— 44 — 1.0 4
§ $ s
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§ ; - DN ol
a 40 s | 30 -20 (] 10 20 30
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L
S
3 2 *]
§ 5 - y ——
E % [0 10 20 30
5 4
<
& e 7
X=0.80
Electric field (kV/cm) Electric field (kVicm)

7 4.30 dnwnzanudame’da fewianie break down ialiAnaunalniasmite

TneldAnnun 50 (Eemd
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70

60

50 4

40 -

Break down field (kV/cm)

30 . . s .8

20 T T s T T . T r
0.2 0.3 0.4 0.5 0.6 07 0.8

Zr-contentration

71/ 4.31 A1 break down field 78911918N BNTZ HeFuu Zr Aaus 0.20, 0.35, 0.40, 0.45,

0.60 uaz 0.80 rndquinalua

4.2.3.3 N15ILATISULATIRSIINANARING BNTZ TneAsFaNean
Ailasaainananiagda Rietveld BRAINNTaFMILLANA8Y (model) TAsaasa
=< o Y dl v a o 1 £ n’lj dl [ al v =®
nan Tneendedayainldainanddeieuniihil Gewuandeg BNT AlasegFanan  Wunuy
[ iu// a = K0 o v =< -:;
Rhombohedral &t nsiAn Zr asle BNT Asanaagainianlanaudnillaseang wany
Y = o ' =~ = - \ - )
adeaRsTuAanaasinnasuu adluFewasruiaramissiaad (unit cell) g 4.32 uda
TAgaaienanmAdug11iuN1971 Rietveld refinement
A anAELLLS R eREsanann uarldlsunsy Powder Cell [41] Tumsnaaay
. dy [ | ¢« o = o o & d‘ = XK v
fit LELAWRELNTasiAlend senanslugy Degy Tnadnyanwal + Faludunalandiataya
SelEaneie Xeray diffractometer dawduiin@dfiunmmfaiwauieeuiuudeys
a3q Toelunsdeuuunil ansdiusiaudls (parameter) F97 1o ANENILARYIT (lattice
parameter) YHNITUINIUNU ANNNNF19TBINA gﬂi"\wmﬁmmxéhLLmiwm@xmu Wusu Tag
Fautlsmanil @:ﬁmﬂﬂaauuﬂ@mﬂﬂ%ﬁﬁmﬂﬁﬂmmm,L@mﬂﬁauﬁqLLﬂa‘ﬂﬁjwi’i@wﬁqﬁq

° o o n:i a o cgll v o o el/ = ' i3
ZQ’]‘H?UT‘I?’]W@’]T]LLUU@W@@QWl@ﬂNﬂ'\?QQHH 16’1&1?\’1?‘1.]SUMQLLﬂil"Qimﬁ‘i’MQN ANNHLANAINTEUIN
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wuuanaesuasdayaaseangn deluglldgnuanslaenan@idiends uaadliiiuasuuansng
Aanann uananid AN lndiaeslunig fit WWgnuanslilandn R Teuanslunnsa 4.16 n¥ax
ANANENIUNUIATYNIE M UNUTeslANaTRANTesaNslszney BNTZ  7itfiunns Zr

AN

139 4.16 agluanninszilagsaiwuanagds Rietveld tneld Space group R3m 204k

BigsNa, s Ti,,2Zr,0,

X R, (%) a=p=y () | a=b=c(A)
0.00 9.89 89.8806 3.8835
0.20 9.46 80.8797 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

[ ]
¥ %

nmNLazgfeates uansiiiudideBunnmes zr nunau Fwilandaunm
IFfaauA I ATBNE IR AIRNTW A UNU &, b, ¢ TANEeTY douyuszuaneuny Jangetu
aunszviadinlndlasea¥renes Cubic uaznilsunns zr windu 0.6 uaz 0.8 wndaulnelua wudn
AnyuilAgandn 90 asrn Feluaruihaanduilasaa¥auny Rhombohedral agiunuiiningm
maiu 90 aeen Hannaiulfididen Taelunsdlil anaazduly/lfdrlaseairsresans BNTZ
o = 1% = oy = 1% o 1% £ :’/ v !
aaasnil a1eazlilpseadenanduuuusy Tnnsainuuuanaasiasaenanssulul aos
udeiisiasin ludouzesdin R, Meglumise 4.16 tu fafiednfludnfigent 1iasandanas fit
X o ol . e A o~ o %
NN WABIUIesAlendlngds  Rietveld U Mnednfigmnm quiuassarliidn R
dszanne 5% weesndn & wiulusuidell Wesannllsunsu Powder Cell iultsunsu

L T o & ! $ 0w  w o a ) My
SEEANIZ)NP GNNGI’)LL‘iJﬂm@ﬂﬂﬂﬂu"ﬂ’mﬂ’mﬂ AN ?WEJ@&L@EWJ@QM?LLH?N m@@ﬂumu’liﬂ fit 1@
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. Ao ~ - ~ s v A % X o P
noise M1 LL@Z@L’NMM?‘U?W@XL@Emslum‘immm%;!@ LWﬂeLmﬂLLN‘LLﬂ’]WL@ﬂQLuuﬂ.l'ﬂ\'i?\?@tﬂﬂéﬁm

~ X
HAnunIng iy
o000 0.

| i N\
® 0900
| |
‘ i
| | |
! | | :

L

71 4.32 TaseaFrenananaesnssiuluszin rhombonedral

106



32078
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31l 4.35 Rietveld refinement 4846 Biy [Nag . Ti, .21, 5.0,
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36317

X40
-040dat
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54559

-050dat

-DFF
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1 % = dl % tﬂl ¥ o a a 2 =1 % %
ABUINNTEY a1aLilasaniassassnad e iuAIDnsoy IUﬂ?ﬂ!ﬂW@uWNLLWﬁ’]ﬂUﬂW\‘] (coercive

field) Winlfdn ANFaNa1RANanad AaAAREINTLNITLARRLTY Y89 AL UAINAII N LEN

(110)
‘;‘ (200) 211)
s ;
> [ j (2?0) (301) x=0.03
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=4 !
2 \ i 4 x =0.02
o \ A - li\..u N W\
3 § ){\ B x=0.01
fl x =0.005
Ny <MW ff,w%_/».m
“‘ A | ) W/ A= ke )Ef q
T T T e T T T ¥
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20 (degrees)
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4 : & 0.5 V0:5/145x-8 1 1g.414T0.50V 3

& i

el =
31 4.45 Tpsaadna

mqr«;@mmsmmmﬁﬂ (Bis sNag ) .6l8, Tis 8 aestls
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A9 4.17 BAANANHTULNINNNENWN LaLaNTR IWHNTe91s13n BNLTZ

La content Relative Grain size P E,
e’  tand’ , R,
(at%) Density (%) (Um) (UWC/em?)  (kV/em)

0 91 591+1.94 238  0.0154 0.11 4.93 0.42
0.005 92 579+1.31 243 0.0129 0.11 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

a Y a e o d ! 3
4.2 5 gnstigantanan lnimundasiaiumaatulaiian (Bi, Na, .. ,[Ti 426 o).
bexoa)
=® a a & = < N .
HaanNnIsAnEanswasesnisiae luladenluasave uaads B Na, . [Tio 426 ]
0, NfFuuNsFENinAY 0, 0.01, 0.03, 0.05, 0.07 uax 0.09 AsdIulneTua GUUYEN
winzanluntsuaalaiiaa 700°C wWunan 2 4908 wesln@nasngnangd 900 °C unan 2
n'/ djl o = I8 a . . o
Foli UULUN9ASLNIDINABNTUBIHIUATEINEN [Bi, Nay ], ol Tio 41 Zr sl ND,O,) #9
91l 4.48 wuddlassaFenanuuusenluiinses Wasaniafianisaausulellneiumn
=< I ' Al < v = £ v v =
LAAIDNTUAT AL TARMUN AN AAAILAN TS maanadesiudayasrunlesausasiulade
5+ o R foodl = 4+ o ‘=
(ND™ (r = 0.64 A [42])) Aawalunininlesausasinmillan Ti' (r = 0.605 A [42]) uaRauA
wnnanaualessureasasiadien (Zr (r= 0.72 A [42])) @~ 1hiie Nb°' uwnud zr'' [aennled
Nansvasresaddae  lunsiivedosiin Waielsuane Nb Feus 0.07 uwaz 0.09
wedaulaelua dsngavedinlsnses wesladion ussinareaisszneulngau e1aaziin
NNNMIANAZNAUTTMININTTUmas Teadradeniunstiansnisida Nb Tuans PZT [50] AnAau
wwnduinsreuginiAegszndn 92-96 % WesuiuANUILLINIMaE] wand
o P - A L o q ~ 1y
agtl 4.49 anuimeniy auANTWTLE NN Nb geauiniawansuiwwnltiuanas
pgaiulddnRulauinanadann 579 pm we9@sdin BNTZ 04 3.52 pum  284e197dn

BNTZ/0.09Nb #iagil 4.50 Gaifiatuannisiinansiaesiinsialil (donor dopant) wwiazaiy
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netiaasans BaTiO3 1aa Nb [51] uazans PZT 1aa Nb angu 4.51 WUIANAMNAILMIL
wnliusssasatamivlfdaiaw WamnlFunm Nb geiu SeilAnagluszsu ~10° Q-m T9i

ArlndlAeiuansluszul BNT-BT [52] #ldlunnsvindagladianvisn dauanasiladianvani

goites uazANsgryenigladidnvinsagl 4.52 wudidAaaaslugoafunninisibu
v ] 1 1

Nb slus 0.01 uaz 0.03 wirdiulnalua HanaazifinanAlANULILaAATSS LAzl

Yy a X o4 A & a A A A o v,
LLHQIHNLWN?JHLN@LWN?E‘N’]D«L Nb 2911 a1aaziiAliataInnIsedeuneniislawus lidne

o

A a & A v 8y <~ o o o =
WalRnansRanidusa 1 (donor dopant) TNNAMNANNUSNLUIUIAUBINTUNAARAIAY T3

1 v 1
5unnunsiaa Nb 7 0.05-0.07 Surn Wiluidnninsadiladi@nmsnasian

UG 9
(a) Ounknown v ZrQ, ¢ Py (b) VZrO, 0Py
0 X=0.09 o k X=0.09
v ooo A v A A
X=0.07 ’ X=0.07
= [ 0 \ A < LAY A Ao
s s
g X=0.05 | . X=0.05
3 i J\ X e TN S/ 8, W
Q Q
£ X=0.03 | E X=0.03
I S A N R & | /A W
X=0.01 X=0.01
L N i J .
me) (200 @1 X=0.00 sl (200) P X=0.00
(111) (220) = (111) (220)
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v

g1 4.48 glununnadeawuIesAlndued (a) mauaz (b) 198N [BigNay J .o Tio s 27 solr.
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71/ 4.49 ANHANRUSTENINANMNULILUL TUIATDINTY UALFNAUNNTIAE NbD
Twenenfin [Biy Nay ool Tio 4126 5] 1, ND, O,
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71 4.50 TaseaFrannsqanipeeeasndn Bi) Nay [Ti),Zry.e] O, 1A lulaidaw

0.59

5 50E+008
—u— 20 volt
5.00E+008 - A\ —e— 40 volt
\ A —4— 60 volt
— 450E+008 -
E Agam
G 4.00E+008 -
£ 3 50es008 —
= |
% "
‘3 3.00E+008 ° =
[}
4 o o— \
250E+0084 m o _e
2 00E+008
1.50E+008 | — =
—
./ Tl
100E+008 4

T b T T
0.00 0.02 0.04 0.06 0.08 0.10
Nb content (mol fraction)

91l 451 Aouduiisavud WAL ANANeANS wazilFunmunsiasluladen

s8N [Biy Nay o), Ti 412 5], ND,O,
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1.5 = ——1K
e et (114
w 1.0 —4—100K
- ¥ —v—1000K
©
£ o0s5{ a .\\.\_
o] :\l—-/e —

Dielectric constant (g)
g 8 & 8 &

{ ] |
\/.\\.
| ./\ .

2 =

T T
0.00 0.02 0.04 0.06 0.08 0.10
Nb content (mol fraction)

o [ 1 g dl a a ' a a c A 1 z:ll
71 4.51 AnuduiudszndneAtAsilagianyian Anasgoudeladianin Araaad uaz iunm

naiae ulaides s 8n [Biy Nap el Tis 4120 eod 1 ND,O;
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4.3 gsldanldipaanigasinium (Bi, Na, Zr0,)
4.3.1 uansiesannddinlahaNigaslaium Bi Na, ZrO,

RINNN9IY  WUINAINIDBTUNRS By Na, . ZrO, Wilanuusgndgels  laenng

a

duprzinguinnd 800 °C lunan 2 40l atdlafionu andeyadn

a

4
s y o
Hoglunnuetl an9ll
anqaziilasaaFsnanidunuy Tetragonal ¥ Orthorhombic deansiwsanlilunimases

a =

= di{ dj Y @ K A d‘ 1% | o 1 <
ANAALENNATYE Tlaadlivikienanswasuudaslaseaiee dnedmian 'ﬂil’\\ﬂi‘ﬂﬁ’l”m Tu

= '

a a zs' | dd‘ 1 v = o a | a o '
Usgnsngangadaneu Tuaastintiunn ladnsdnsnifadelunissBeg iy grun)idsnssi
TaALAzLuNUIBNEIAARNIAN 1Y Bi,O, ZrO, uay Na,CO, 598 aruauaiaildlunis
Auased Tudlasdiunuan Makn Na,Co, wazniswiuaalodaasaiy dnantlidsunuma

udautesawn uaglurneil MMdswianastiaszilaseainnanasansiiog

[c=saama]
raw data

7T

2000

1750

ITTT T T TTTT

1500

T

1250

TT T T TITTT

1000

|
I

counts /a.u.

TTITTTT

750

T

T

500 — ‘

i | i
| A

o ‘me ot o bt i i Voo ie!

0 _Ilillllll_i_llll!llIlillllllllllllllllll\I]Ilfllll!l]llillllill

| | | | [ { \
10 20 30 40 50 60 70 80 Q0 100 110 120
2 theta /deg.

71l 4.52 LHUNWIARILLWIONTALanduadns Bi,Na, ,ZrO,

250

T e o

T
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AnswarasRanilafng Aan19 AT IZINS BNZ

4.3.1.1 mafaAsznagsIin BNZ Tnansidasunilasgaugilugas 700 - 800°
7l 453 uwazense 4.18  uassdeyatminivnellssudieniaston  uazanEIZNNg

a a o = < 0 al = Yy ad v
NENNI BN AND AN AL NI AT L ALLA muim’] HNAMARY  lagANNAN LW T

d‘ a dp P! a’lj o a s :I/ ¥
ANRILHARUNDNAITUY g‘lJ 4.54 LL@@QﬂW?Ll@HULWHUgﬂLLU‘]Jﬂ']i‘L@EI’JL‘LIuNﬂLﬂﬂsﬁﬂﬂﬁmﬁlﬂ\‘iﬁ]u

wazrimindaminmauseslaunmuealoingun)d 700, 750, 800 uaz 850 °C

a

v
v Y

FANAIAL WUINRNLENA 700 °C dsznausiamdressmesiwianunne Bi,O, Na,CO, uay

zr0, lesannasuindlunisiadjieuaslafgumgiiden  inldinisdedfisenld

u
v
'

anysal wasAngIiANa1 AsiiWaresnsssiuisaualaaeny AFURUNIT

U

fuUnA 750 uar 800 °C wsznausiaemalad Bi,O, uay ZrO, Tatinaimsndniuny 800 °C &
el uileuisesaiiadeandinannd 750 °C andeyanina1n Aadn HgnamgRgaan
= o dl o aaa = o [ a a a o = o
a1aindaun I lwindgiseiemedmiunmaiaduansiszneumandndadmlnfaumes
Tium aedlafinnu Tunstizesnannfguumnige 850 °C wudn wawes Bi,O, uay Zro, A
Usngey warilBwdsssiseguutissargiunanuningas anuasing1s medn Uisen
wealgiislianysnl wazfinnsnasuazanges Bi,0, Tailuasflsznauvdnluansaanissin

TnAsuEalALANATYL e ndnrusdresansaangAUNAaed LaziiAN1INaaNwand

a !

§rUMNNEINTT 825 °C [53] A Nsngund 850 °C asdsliausnyinldineieiin BNZ
= a Sy o o § v, > w . a % o
QwlariFgnals uazdainlidounansissiu Bi,O, iiAntsuasuazaefag anuangunasans

a

V178N BNZ widaigungil 700 - 850 °C diadn fignuugiiuaalnd 800 °C munzanige

U

o a = = =R = & ° &

dwiunswrensamminssuyidl lessndlEaunaReilua uazldifianimaanaas
' v ] ¥

daunaniEnsiu duiunistsngueanaaisissiu Bi,0, uaz Zr0, lununnfigruuglitl aA1adn

Taderaeffunnianssiesu Na,Co, nldmtanedmiunianialijiten gudeuiinansenusie

a o i

nmaiamaes Bi,O, uar 20, lunaasiindsy anauyRgIuana asldiinisdnm

3

an1azn nmrNd Al Tne N3N IR AIF YN AN TA lUT9FNTL 5 — 15 Wt% LHILAR

lmignumnd 800 °C fluan 2 dalus
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F1919 4.18 Fayarrmtiniwallsendwnisstanuaznisumnues lndssudnanissses

&g | anupd (aeen) | dwdnweliudiue | shudnneliwsaunues
AL Tl

BNZ 700 0.0124 0.8137

BNZ 750 0.0044 1.4113

BNz 800 0.0340 1.3326

BNZ 850 0.1035 1.4190

71 4.53 nwrinang BNZ wanmsimniiguingisinge e a-d fie fnfigauugil 700, 750, 800

LAY 850 A4A MNNATIAL
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850 °C

800 °C

750 °C

Intensity (arb. unit)

700 °C
02?02
o Ble?,

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

71 4.54 glunumaidgnuiediandesnesianiu wazuaasinuas lnfigrmgsne

4.3.1.2 MmafaAnzinaaaiin BNZ TasnsilfsunilastBanusnsnoiu

3 4.55 wAazA139 4.19 Lmm‘*ﬁ’@gaﬁwﬁnﬁmﬂ”l,ﬂaéwdwmm?m UATANEUENY
nanmaasasfindanlnfaueeflaunlnonsddeuan Funn Bi,O, WAy M99
4.20 LLZQﬂd%@g@ﬁﬁﬁﬁﬂﬁﬂ’]ﬂlﬂﬁ‘;‘:Wﬁ’Nﬂ’l’j‘Lﬁ?ﬂN UAZANEUENNNILATNIBINALEIIEN BNZ
Temaasunlanfunm 2o, Widldin ndlldmRes Wwdeatum BNZ wnuaslnd
fruuniisneiug 4.48 uaz 4.49 megﬂLmumﬂ%mmui"aﬁmn*ﬁmmm BNZ/xBi,0, uay
BNZ/xZr0, Wil x L 0, 5, 10, 15 AmAFL Winldd winlddnmnudufinreaansdiy
Bi,O, uay ZrO, Suualfisd Lﬂ@ﬁmmmﬂamm%@ﬁu@ﬁu NUARINATY ANAGN
Usnnnuwes Bi,O, uay Zro, dunifudwiumafindfisennteluszuune BNZ sinldi5un
waresnsisgeafanaaluanstssneufiinnau eslsfinu 71 4.56 LL@mgﬂLmumﬂ'gmmu
F@lenduesnamsnfin BNZ/xNa,CO, ffunns x WL 0, 5, 10 uaT 15 ANAEY W
waltinreFunouna Bi,O, uay ZrO, anad SIRG Na,CO, Wty Anadn P
Na,CO, ﬁlgﬂﬁ@miﬂ dolirnuulsdsudnadsunaniiaasdounan uanslssneuanag
fnldnnafedifenauysalian  nagsfinddimnndudeReatuunni m‘”ﬂgmﬁ
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Y o a My v : Ay oo i = ana
aanAfedriuanyAgunlAnantieuu 91 15unu Na,CO, nliieswassuinaniafiadjisen
inlgnsifiamaed Bi,O, uay Zr0, Turaersndinszuuludil uananil uasinaadsndneniu
NN3ANE" P. Bomlai kayAnke M99 UTunnd Na,CO, ANafanIswmunnsiana[aims)
a = = 1 < dl a o =
fntwunamaulsnenulawe (K, Na, JNbO, [54] atslafimu wa BNZ iR Na,CO, &9ANd

:J/ v 1 ;II o = ¢ o
waveanasmRuluey 3U 4.57, 4.58 LarmNe 4.21 wanagtiuunisaedfaend, anenienig
> 5o A ) = a |

men W wazdayatwdnivnellssndesnisesanyesiasndn BNZ #idoaifsanns Na,Co,
WL 0 - 30 wt% wWudn Usannunaresesssiuguilisuiluinlduanas uslunnin Wedmey
AUFun Na,CO, TiNTu A1A91 USNAnIaen Na,CO, NuasaaradnasasiuiIngn
Tugaansin 0 -15wt% satiufidasnasini 1ainlddnssialy) sandedainaluGeseynimes
Wi wasdngta dideynedsudnelun wezudailuag AR WA LATANHOILHLTI
a = =) 1 49-/ = o (5% o :// o

fnguillauiinansenuAenuduilabosiureaaesyuylusisog 2N NITUNRY
BNZ/Na,CO, uualililleaziaen aiiunuinisinlfifisen uazwmwealmiigumgd 800

oC 1flunan 2 Faluednasa agldviansdnenluanineninssanialyl

A4 4.19 dayauwmindiniellssudenisnmsasnaznisunues lnllasulaauulas Bi,0,

a1 AUNDI dwinmeliduasun | dadnunelilvddanuas
MR e
BNZ 800 0.0340 1:3326
BNZ/5wtBi,O, 800 0.7111 1.1809
BNZ/10wtBi,0, 800 0.0600 1.1418
BNZ/15wiBi,0, 800 0.1033 1.1290
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71 4.55 nyWeneE BNZ #ann1simnigoundd 800 89A1 L a-d Aa AFunmunisidy BiO,

WAL 0, 5, 10 waz 15 wafiduslaeiinmin

v 1 1
A9 4.20 dagadmiinivgllssundnnisstoauaznisuas lnilne dauulas zo,

&g AU dhwinuneliwasuanan | dminmeldwaauuaa
Tand
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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¢ ZrO2

5 e | 15
(X3 ]\‘ A X =

_e: mm.m\’\..) hv'ﬂw‘w NIV NPY VRV RNV, FUCOORTN U UTNIT PRy
©

2 ..Q x =10
.g ud J’WAMW(\WWMMMM
(O]

£

K 4
hnscropeyotrastd Vs wwmw_,\—wm.j\—rw ’R\A P

.’ [ l | B
oty LWLWL M. e s

| T T T T T V T T T ! T i
20 30 40 50 60 70 80 90
20 (degrees)

g1l 4.56 gilununsiasauidenduass BNZ/xBI,0, waalmiii 800 °C

¢ ZrO2

WM.I:“&J v, WMMW
wﬂqbw W A

®e 1 b | xj=5
vt Lot pemstinsinme WM \Wrmw ‘WWWM

Intensity (arb. unit )

x=0

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

71l 4.57 glununinidsauuisAandueus BNZ/xZrO, uaalgidil 800 °C
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® ZrO2

.E

3

o

[U'N

L x=15

P

2 x=10

i)

(&

1 x=5
x=0

: ! A D :
20 30 40 50 60 70 80 90
20 (degrees)

31 4.58 gulunumsidenuuisdiandueans BNZ/xNa,co, unalmifi 800 °C

R399 4.21 %H@ﬁmﬁnﬁmﬂiﬂszmwmnm?amLmzm:iLmLmaiﬂmﬁmLﬂﬁauLLﬂmNach

a9 qungll | dhwinunalinasuauan | sinneldwasmuas

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

Ww b

20

3

40 60 0
29 (degrees)

71 4,59 XRD 1993 BNZ a1 F110u Na,CO,
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71l 4.60 BNZ/Na,CO, (1-7) MIFuaunistfiuviniu 0, 5, 10, 15, 20, 25 Lag 30 wi% AMNANSL
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4.3.1.3 maulasuuilasdaunan BNZ Inanisiini/3ann: Na,CO, ua Bi,O,

RENAE 5 Wt%
¥ ]
M99 4.22 uargl 4.61 uaasdayatinminivng |l syudenaeTen uLasanEnIEnIg
NEnINTedNe BNZ ulauuulasdounanlaanisiiuilunn Na,Co, uaz Bi,O, athvas 5

Wi% WU Sneolnemiiauiuaamsnin BNZ wuaalmiionmniisieiu

M3 4.22 Tayaintiningllszninanisesadiaznisownals

a15 aupd | Wmdnmgldvasuanan | dwdnungldnaawiwaslad
BNZ/5wt%Bi,0,/5 800 0.0520 1.3387
Wi%Na,CO,

71l 4.61 gidneae9ans BNZ Agniinsiag Na,CO, uas Bi,O, at19as 5 wt%

4.3.1.4 w3 BNZ/Na,CO, uaalauignungil 800 aer ifluaan 2 dalas 2 Ase
v 1
A58 423 uazgl 462 wasstaysuminingliszunanisetan  uarANEIENIg
MENTWI8IRe BNZ wuesled 2 af winlddn auniensilsnaidn 8waes g 4.63 uand
sununsidenuuisdenduenesndn BNZ/xNa,CO, Weasfan1nensiiuaa liaeenis
winlddn ABNINI9FN Na,CO, Wil 5 wt% diaideiuaes Bi,0, Usnget atslsfinm
2 3 2=3 a

WanFauauiuniadiy Na,co, lulfunnwindu ldlfiunsualfilleazifen waziwiwaa
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lrdniaunen 31 4.64 wud PiannunaiRetuinnlung BNZ/5wt%Na,CO, HunTua wavtu
o=l Z’/ ° i al' MY g Z’/ a
waalgfanAia  AIN9INe BNZ/SwW%Na,CO, Alildiumsun  uazunuaalminianen
wananildsldwumanas zro, TURNBNZ/5wt%Na,CO, HunTua waziunuaalodanaiesiag
' o a o d P { o gy da o o ' ~ X =
PIAd1  NsualRaEANilessRute N IdunRoduTaresusazaun AnInTy A
el Jisenlaandufietihhliuaalminddnass  danliffuounarelusass wangiu
AananiudeiuaNyAgundIuIALes AneureunIARnasanisfialfiRanveuagsnin
BNZ lunstlaequainsniin BNZ ASunminisiia Na,CO, Wit 10 uay 15 irunnsunliiile
= call/ o LS o = A = T
azipen wazIWAAlIIENATY MeduamanEusmann NlsAannITIAnLuIn KRR
Bi,O, Uaz Zr0, A1ad1 Usunainaatiin Na,CO, faus 10wt% ull sausisnsunlfileaziden
uwazinuaalmiEnaiuiaswedmiumaiauljiteuaslnifiauysessags@nszun lu
Talnpomailaun  anuanisfnsdnensmaresnfisBansuaniossie o
: " 2. . BEN -
WUFT NN Na,CO, Wiy 10wt% snunisuaiiilesziaes wawaalnidnass iuanine

nswaNmEnzannge MW lsrarsdn BNZ aflmamen Tasstuuunsdeawuisdiend

a9 ANwEENan1azll gninhlfneeilaseaiananinaldlisunay Powder Cell sialdl

A3 4.23 Na g lUnaansLsTe NuaTnTHALAR [T 800 a9A0 2 9lus

ans wnavely
BNZ/Na,CO, AL AHAN nduealmiesad 1 | udwuwealmiadd 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 wt% 0.0051 1.5539 0.0493
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ABULENASIN 1 NRULAIASIN 2

71 4.62 pdnmnuzaesneuwAalnins 1 uazassh 2 Tnavialdudanndounanasd

Anwouznaurmdeuiunug AsenainAugtiveilusmiaeng

* ZrO2

H F x =15
A A
" JL Lw\.._/(\. A M 1

Intensity (arb. unit )

X=5
. ,__,.J\..& J‘L«.o..«nw—-/\ }L — ——
°, ,\ A x=0
W\WNJ‘MWM
y T y T T T T T . T T T T
20 30 40 50 60 70 80 90

20 (degrees)
71 4.63 gUuunnaidsaUuiaAlenduens BNZ/xNa,CO, irumsunliitoazidan uaziun

- T
wAa kAN AS
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4.3.1.5 NMFIATINANHUAUFIU TUIA UASNITNTZALAITBIBYNMARITFINN TN
TRz TasiALUe

nwonandasqanssAdalanasauLLLdensn  (SEM)  veswsetsniindadnlsineusasia
wakandlugy 4.64 witledn mLﬁnmﬁﬂﬂ3zn@ué’qa%qm§mﬂﬁm:ﬂfoju (agglomeration) LAY
Tdingnguin. Tnenisiniznguivasseyniadluwivawalug aadn AaannIsifiuAay

o o

whzsressyuulpenn  Tnenisaniuiitodudazesusiazaynia  1He9a neynIAToINLTE

2 i
Aad ada o o |

naananaiawsanluseaululaswns  Asdinuiiadudadeudwge wanainil naw  SEM
AANANEILAAIRUNANGITEN  BNZ 1A AlinisnguAudon  dnmnuzvessaimsniin
U ¥ = all dl = < o ]
Aoudnuilunseanan HauimeyniAAELsEnm 0.47 UWm nsieunAsiawaan g
nanznguiulidng 31 4.65 LAAININIZANEFRTBIIUNIABUNIAKILTINEN BNZ WLTN 11U

o ydeid oo > = ! j
ﬂNLsﬁﬁ\qﬂﬂﬁ\zﬂlﬂwmumﬂqiﬂixﬂqﬂm')ﬂ@u’ﬂ']\jﬂqfl\i Iﬁﬂﬂmuqﬂﬂwﬂqﬁ@ﬂuiu‘ﬁQQﬂﬁ‘qum 0.32 -

0.87 Uum aynpegaulugiizuintszinn 0.4 Um genpdesiumnnayniaeanlinain

UL ANANHUENINIZANBAITIBIRUNIANITAALE1NNGN AR analinase ANl

TnseaFran1eqaniaesniin BNZ eazlsdnslusuanaulndi

o 1 Lo
eumARgaRlalmzngui

oumATINIZNGHNIY

EMRSc CMU < 15.0kV X3.000 lpm_ WD 15.0mm

31 4.64 nneine SEM 28461 BNZ
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20

%)

{

Frequency
(]
e

0.3 0.4 0.5 0.6 0.7 0.8 0.9
Particle size (um)

31 4.65 N19INILANLFITUIAVDIEN BNZ

4.3.1.6 MsaAziasAlsznaunaiadiaasnagslindasnldifsuciasiaum
7t 4.66 UARNLTINIBINAUTIIAN BNZ ADLATIEfaenAtiANIgNIzaa WA Uaae g
wandg (X-ray energy dispersive technigque) ﬁQLLUUQﬂLL@ZWuﬁ WLAN kN sznauaae
aulnafaessn Bi, Na, Zr war O iluwdn udngudina et uduilueenemdn was

a a o a = ‘ L3 o quj
Hniadnlnneumesiaum 1816 Bi, Na, Zr uaz O uesdilsznauman wanamnilsuimuans
1 a d‘ o b2 = [ 1 1 % 9/ < P2
spusazatiandaldanusnusinalundie faascrasacaonlsuanslunigng 4.24 Wl

Pnnnuresusiazsnndnlifir nedssnalndiresivlBuinmiangufjueusiazens W

q

'
=

AaNa1n @eetNEedn wumsin BNZ Awstnliddnadauaesaiilulilnugnsluanai

FRIN19A9 (Bi, Na, .)ZrO,
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91 4.66 N1934AINZI EDX 12961 BNZ

M3 4.24 PFunnusniiiluesdlssnaumimneiuasidnsiae EDX

nalg| Atomic% Theoretical atomic%
Bi 11.41 1 0.79 10
Na 11.21 £ 2.28 10
Zr 20.04 + 3.46 20
0 57.35+ 2.43 60
94 100 100




4.3.1.7 maulaguulaimeannsauraswsnaniginlanairasiaunnauwaa gy
71 4.67 usnanslasunlamaninfeusesnanay BNZ neuwpalmi aannswl DSC
Wud weNan BNZ dnaidasuulasiauuuganiinfew (endotharmic) wazkuLAgAINNTaw
(exothermic) TmefiAnTsilaeuntlas endothermic Matwlndiiue nund 300 °C anauiledan
= = rts‘ dill ' o { dl ) < o = %:/ o
nssemeresdsaunTanUuwiteues lunsnansinans wanansnnnim TG wiwlddn Suamin

meldlssunns  1.44%  Indtunsulasunassenanaday  lunsoiveansd deundag

v 1
= a

exothermic Wu91 Ujisenilifisuiignangiseaan 640 °C Aadn gruugiidenaiindeanugs

9 U

wa v nsunsese e luan sl nel AN eanpantuanslssnaumsan BNZ

a

Al NaianAnvedsnsszneudmdanEuiguugisenans  uazenalasaauysnigumnl

a

800 °C Awiade 4.1.1.1 dwiunismelilaesimindszanns 4.03% danalunsn TG #
Unagnuugilngiu  Aadn  ilunasvellassiiarnfueulaeantsd (CO,) anwamas
Na,CO, mNaun1s 4.1 ilesainaenlafananisaaiasaiguunigendn 600 °C  [55]

-3 T I . ¥ 4 o “ -
wananit dminfmgllaes CO, dnszudnsnimeansddnlszanm 4.24% TeaanAdaeiu
duinimellluns W TG aanuases TG-DSC aunsntiuduliatinaAdinanan BNZ finnsan

” : o ~
naniluanslsynavscuylus BNZ figrumnnige

00

=<0

Exothermic

Endothermic

DSC (mW/mg)

=70

T T T T T T T T
0 200 400 600 800 1000 1200 1400

Temperature

71l 4.67 n319 TG-DSC wemanan BNZ riouuaalad

0.25Bi,0, + 0.25Na,CO, + ZrO, —> Bi, .Na, .ZrO, + 0.25CO, (4.1)
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4.3.2 NANISNISLATENLTSINN BNZ
AINNINARBINLIIN AN T RNTANLTENBUAZANMWILLL g9

AENTINTIgaUUYH 900 °C Wlioa 2 ol e ldadaaimn (sintering aid) An Na,CO,

aoa

4.3.2.1 wnasinigamnisng g 1nsld BNZ/10wt%Na,CO,

71 4.68 1978N BNZ/10Wt%Na,CO, wignuugi (1) 850, (2)900, (3) 950, (4)1000, (5) 1050

LAz (6) 1100 B9AN ANNAAL
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| ; 1100 C°

WMLJ \V\/\)\.W\..-J ‘KMUM}MK.MQ‘JJJ‘W”NM—MMW
! ! \ L 1050 C°

"MMJ....JV Limnsiiotarmiinnd “vwwu-u»/ kit “J‘wwk‘\a o miban i iriatend

| [\ b 1000 C°
il J \ b

TR, | NERIN_~al  N B L AN S B T N, N N

MYVAS o O

N&—J 900 C°
(MWW-._. SOREEEUUNT Y TV
K i , 850 C°
I S ToS PAUOURR oF R W ’\%&WMM
T T T T

T g T ) T ] T ' T
20 30 40 50 60 70 80 90

20 (degrees)
71 4.69 XRD 2891313n BNZ/10wt%Na,CO, g 850, €0C, 950, 1000, 1050 LA

1100 29AN

5.0
@
~ ks /
) ®
(7]
(=
Q
Q 40
3.5 | 1 1 1 1 1
850 900 950 1000 1050 1100

Temperature (C°)
91l 4.70 AA MU KLLLBEII AN BNZ/10Wt%Na,CO, lNanimai 850, 900, 950, 1000,

1050 waz 1100 29AN
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6 - I T
g ) | (
8 |
k: |
Q 4 v
E |
°
> 1
3 T
p /

T I 0 : T 7 T T T ] T
850 900 950 1000 1050 1100

Temperature (°C)

a

71 4.71 Ardesazaesfiunasfivgliaasssiin BNZ/10wt%Na,CO, lwndigtuugil 850, 900,

U

950, 1000, 1050 oz 1100 29AN

10
o
8 -
. ®
g e
@ T
2]
o° \
£ 4 »
=, J
(] L
=
2 4 /i
o/ © ®
T i T T T T T x T 1 T
850 900 950 1000 1050 1100

Temperature (°C)
71 4.72 Ardesazaesiiniiniivingllaeamsniin BNZ/10wt%Na,CO, wigumnil 850, 900,

950, 1000, 1050 ez 1100 29AN



4.3.2.2 wasAinigamadl 900 aseuazildsunasearluneiun Tnsld
BNZ/10wt%Na,CO,

91l 4.73 1930 BNZ/10wt%Na,CO, 1wnguung 900 aeen lagivdinan lunisiiima (1) 2, (2)

4, (3) 6 Lz (4) 8 Talug MNAIAL
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900 8hr
900 6hr
% M 900 4hr

JL l “ 900 2hr

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

71 4.74 XRD Wataaiin BNZ/10wt%Na,CO, ingmumnd 900 ase laeiiunatluniswnia

2,4, 6 uaz 8 dalug

4.60

4.65 4

4.50

4.45

Density (g/cm®)

./0

4.40

4.35

I E T ¥ T T T
2 4 6 8
time (hour)

71 4.75 Araauvunuiuraadialgailin BNZ/10wt%Na,CO, tniignmgil 900 adan Tneifiy

wa1lunEnAe 2, 4, 6 uay 8 daTug
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Volume loss (%)

1 T N T i T ¥ T ¥ T ¥ T ¥
2 3 4 5 6 7 8
Time (hour)

'
=

91 4.77 AnFeasvaenfunsivnshilveadiaumeniin BNZ/10w:%Na,CO, LH1Mgumnil 900

a4A1 Tnafinnanlunstenna 2, 4, 6 was 8 Talua

6 4
5] /
— &
£ |
[}
g —
= 34
£
o
(]
= 11
14
0+
T & T o T Y T &l T X T 5 T
2 3 4 5 6 7 8
Time (hour)

= =

31l 4.78 AnFaaszaasdminiviglireadnimenin BNZ/10wt%Na,CO, lW1ngungil 900

24A1 IaunatlunITHRe 2, 4, 6 Lay 8 Galua
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4.3.3 NM9IATUIATIRINNANTDING Bi, Na, .Zr0, TneRBizanian
a v v 2 a w
N5 1113 alATIRTNNANTNAY
AMFUNNITAIZUIATNETNNANTBN Biy Na,ZrO, i Tudlasiuldnaaaunis mlasaadg

1
a =

wantneldlsunsy Powder Cell Sanudn aunfguidrarsiiilnssairaiuseniudnseaiiu
anaazliignsiesiin Awanslugl 4.78 Wesania@afnnainnismaseslidsunsafisulim
& el | o s o X vy = o o aly v &
NARUAININANUULANaeInaTsIRlsuNanie IngazdunaldainnsmAidandauans i
i e i i Y S A a k2 ) X = Iy a i
dsflanuuaneeatiiin Ay Awesdnisdragipalidn anstiaziilassafeuuuaugun
= 1 d’l dgj < o v =) v = =Y

prrinueavTald wananil uavasmdtuilanniataasnnlinisaiAszilaNaE N HANRANANA

T Resfpefinnstfudganssuauniandalunfeniumsiweeilassainanlnaazidansos

67323

-BNZ

~BNZ-calcine-powder-ubon. dat
-DIFF

33662

w15 2 2 3 3 4o 45 S50 55 60 6 0 75 80 8 9 % 0 18 10 15 120

71l 4.78 nsiimsnzilaseaFenanuasng B, Na, Zr0, tnedsGaninas

andumeunsinenlassaiaadndaalisunsy Powder Cell Algnaluund 3 UBYAL
s RAndnTeuLEN lm AN e f AL (SNZ) ‘ﬁm’?‘m‘[m M. V. Makarova wazpney [55] luil
2003 gnidendiiteiluteyadudu dwiunsdnelassaiandnaesnasnfinssuy lmidas
Tndeugeslaun (BNZ) esanus SNZ ﬁgmmumﬂgmmu%’ﬁL@niﬁiné’lﬁmﬁummmﬁn
BNZ wenainid M. V. Makarova uazaniz lfmeaudransiszney SNz Slassadadlum

asanalng (perovskite structure; ABO,) Tnaillanauvaslnian (Na*) uay anseuden (S
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ussqasesuuly A Tulaseaing lesesuwresmeslafion (zr') U39qmsaAuuly B lulaseaiig
¥ o { 1 1 = 9/ =1 5 = s
ANNTAYAAINATD  ANAIN d13tsenat BNZ unasilassairadu  persovskite wilauny

) way S o Aunis A Tulaseadrg aannag

a13tsznau SNZ lagsneiunsslesauiadn (Bi
WANTUNTUNATRINUILLTAR WLINTUNAVUREITARUBNALTINEN SNZ LENNTIMUIE T AR T B
LB9EN SNZ nseiAdlaaau (ionic radius) @4 Bi® winfu 1.18 A [42] SateundniAd
lenaured S [42] FeHAWINTU 1.26 A dnmnuzsanatannlfr uiamioaimases BNZ 160
n41 SNZ 31/ 4.79 memﬂﬂ?wLﬁﬂugﬂLmumﬂﬁmLuuaﬁ&ﬁﬂéfmmm SNZ uay BNZ winls
' ;4/ . | '8 gu// i % a o 2 o 1 [~3 =
1 gduuunisiasuuiAandIaseisaasAaudNtanrusad et adnalsisin Jaqnu
; & o A A & iy = a o
WANGLANTRE ATIATUMNTBINANIIALILULENN  BNZ  Iigmilouaziaauliniafiuann
@ v =3 ¥ o o o ~ v = 1% [} '
LANTAaL mma‘mmuimmL@umqmwuqmmmmmummL°m:3ngmmu1ﬂm 30°  AIAaN
dl v = 2 1 g v 'S
mm@ulﬂmqmumwmwmmnmﬂugﬂLmummma‘mL@nsﬂmqm BNZ  uUHANIAN
TWAMLIARYEY BNZ Adnnd SNZ anudngudnecaziluuunisdeawnicdiendd
WMTAUT WATNNIRANT AN LAN AL AV T ARTBIKHILTIENTY SNZ uas BNZ @897
prrsEnseunIvd BNZ Unasiilmseainadu perovskite NsUUNAN (crystal system), &u3Nm7
WAN (space group) LATLARTNIANTIENRTAST (attice parameters) TNALAENALKAEFINN

SNZ Angl
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SNZ powder

tensity

BNZ powder

4
- j I e A

Intensity {arb, unit )

T 5}
20 30 40 S0 €0 70 80 80

71l 4.79 sluuunisiReausadiendaasea SNZ uaz BNZ

msAasedgluuunsidgnnusifiendildanidsunsnuaznmanas

mIN 425 uansdeyalasesienaniesnaandin SNZ uazgl 4.80(a) uamsgiuuunis
Aeaufidiendvenamniin SNZ fidrassaandayamsnillaslisunsu Powder Cell wild
dwgﬂLmunmgmLuu%‘”\aﬁvamﬁmm&T\m@mﬁ@uﬁi’hmé’mﬁ’ugﬂmemﬁymmué’qﬁmﬂsﬁmm
B9 SNZ (g 4.79) 'ﬁlmmﬁu‘tmﬂ M. V. Makarova WarAne [55] AMNUAaRInand L%'@d']gﬂl,munw
enuuisdendiisnaesdosllsuns Powder Cel fAugnaeaieswad miuldluns@nm
TaeaFananaasian Lﬁ@ﬁmimﬁfagaimm’i’wmﬁﬂﬂm SNZ waznisAnmlusiade 4.1.2.1
AIAGY WeEsling BNZ ravilszuunanidlusalsseudin (orthorhombic) wazaNNNAIHANAS
Pnma willauiunaesfin SNZ fosadalsfinn mpdwicaigadues BNZ posasdaidienly)
Anmiesadres SNZ Wesnenuuanstesiin ussnnalessy B uay S o
Fuvids A lulaseaiernsansiszneusioass 31/ 4.80(b) LLamgﬂLmumnémmuaﬁ%mnsﬁ

NABWRIHITIIEN BNZ wudn grluuumsideaudiassdananidenllmeduandnies
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i d o & ° d' ] r

WauFeumeuiugnis@enuusiaesaedns SNZ lugil 4.80(z) esainauianiaaimasued
BNZ idnndnmbeigadied SNZ wanguiannsneuduiduag WaTaruiauios e dueans
BNZ Midnndnuiaeiaasaed SNZ g1l 4.80(c) uaasgluuuniaasauuia@ianduadns BNZ 7
s lfannimaaasil Tnaldid Cuky, Tunnsieseif uaz 20 step winiu 0.02 willauiu
Raulan1sAnmnaes M. V. Makarova Tusnene 4.25 WauFeuifiaygluuunisideauuiadiend
78959 BNZ A9nN13naaad uasuuuanaes g1 4.80(b) uaz 4.80(c) wiulsdn dnmouygiuiiunig
é’ ?/ g v v = o =2 dl ' o ._11/ .:if o = <

deawiaasAaut g nAiAeaiy AuTedn gluuudaesiiidugliuunisdeiuuiadiendaes
pamsinszunIvd BNZ dayslasaFen@nuesainsin BNZ 1daannisdnmsaalilsunsu
Powder Cell ugaslum1sne 4.26 Asiuansdsynaudsdnssuilud BNZ dlasaiadu
orthorhombic # space group A8 Pnma JUUIAAMNENALNY &, b Waz ¢ Wiy 5.7742,

8.1443 uaz 5.7037 A ANNAIAL WATHANVMULIMNN IR NTL 6.353 g/em’

A3 4.25 dayalaseaiananuesnemsIin 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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(c)

(o

-
(200)

L (102) (002)

Intensity (arb. unit )

L (111)

Experimental X-ray pattern of BNZ

f\ A
| i L

(031)
(022)
(131)
!040)
(212)
(311)
(
(042
(331)
(242)
F(004)

N A
Simulated X-ray pattern of BNZ

(323)
& (204)
(412)
440)
'((044)
(511)

(a)

Simulated X-ray pattern of SNZ

L A

I ) L

T

20 30

40 50 60
20 (degrees)

T dJ T
70 80 90

91 4.80 gﬂLLuummammuﬁ*\i%L@ﬂsfmmmmmﬁn e (a) Aa 71/lU1A18897894 SNZ, (b)

A9 JULLILANA83T89M8 BNZ 1Az (€) A gULLUNISREAILLSIH BNZ NlFainnismaany

F1974 4.26 Tayalaseairananuaswsmsdn BNZ

Crystal system

orthorhombic

Space group Pnma
Radiation CuKg:
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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4.4 grstssinlanaslnundelauean (BiNa,Ti,,Co,0,,)
4.4.1 HANITLATENNA Bij Na . Ti, Co O,
4.4.1.1 NANTATINADLANLANINNILATNURING Bij Na,,Ti, Co,0,

Slevihans BiNa, i, Co,0,, ALEunin1si@e Co i1 0.005, 0.010, 0.020 UAz
0.030 iamgaulnalua Tluaalnfigniugi 800°C wud AUium Co Wisdudvesansiing
Wasuulaududmdeadlediousu BNT 15403 uarddnduauifdmamiiersunm co

Winfiu 0.030 siagtl 4.81 (a) - (e)

o

e

i

A A

g1l 4.81 Anwouznanasnisuaalad Bi, Na, i, Co 0, , ile1fsuins Co winiu

(a) 0.000 (b) 0.005 (c) 0.010 (d) 0.02 (e) 0.03 AxaIUlntlNA
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4.4.1.2 uan1sns298aLTASIASISHANID IS

Tunsfainsziug Bi, Na, . Ti, Co,0,, dammnfiunalsd 800°C fluan 2 dalus
Tnefl3unms Co wirfu 0.005 0.0010 0.020 waz 0.030 wdaulnalua SelnarnRansdah
Tnhanlnmiue ¥3e BNT (Bi ,, Na,, TiO,) arilasvaFwuuumassenalnms gasluianane
ABO, wsliilasannisiiin Co Wl lulasia¥neaes BNT vnlilessuass Co fesfinnadnly
wuilaeaululnsas e AU szt Unais (solid  solution) dlefansainunn
laaaunudn leaau Co (r,, = 0.72 A) fawalndidastuleaan Ti (r,, = 0.61 A) unfign
s legeu Co Anhazidnluunuillesen Ti adusiumi B 18941 BNT Fadlunisunudi
vadlaneuiidAnanaudliviniu T Co uaz Ti Huszqzeslaeen Ao 2+ uay 4+ Auds

mnm@maﬁwmmwudﬁgﬂu:uunm?:mLuummi“\iﬁmnéfmmm Bi,sNa,Ti,,C0,0,, A4
71 4.82 (a) manémIndaunisida Co Alassafrilunuusenludnasmseit ICSD nunaLad
280983 ualainuilautantaesiAatunenanniganaléanfiafannaeulineeiszoy
Anvlan degLl 4.82 (b) Wewnannnisunuivesleseu Co masiumieslonsu Ti Furuna

Tnnindn Adeuainiiianvenasseslaniaduan wasdinisreiasuantuniudiunn Co

o a X
AN ARNKINPS
(110) -
(220) 300 X=0.09 (300) X=0.030
(012) (113 211 (220
1A @1 4 (220)  (314) (220)
A X=0.020
A X=0.020

A X=0.010 \ X=0.010
X=0.005
\ X=0.005

Intensity (a.u.)

o
BNT
BNT
ICSD No. 280983
g g & g £ g =) =
= = EII \N/| = S| = =) v ; T T
20 40 60 80 55 60 65 70
26 (Degrees) 20 (Degrees)
(a) (b)

71 4.82 (a) plununaidsniuuesis@iandueeus BijNa,,Ti,, Co,0,, NLfFumu Co e

(b) WALARINsIARaUINISYN 20 RPnaesszuy (300) LAz (220)
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4.4.2 HANNSLASENLESINN Bij Na,, Ti, Co,0,
4.4.2.1 NAASIARAUANLANINILNINTILTFINN
MAINNITNN TN Big Na,  Ti,,C0,0,, N un1sdatiugluds wududamsndng

vl o = y - el ¢ X i Ay X s
1@3~I ﬂHm‘ZLﬂuLNﬂLLNuﬂ@N@NH?m LATHALLANFANNUNNNUUTL NBULNAD Iﬂﬂﬂ@L“ﬂN‘ﬂuﬂQ’]LﬂN

a
1

Andwdesgeullauidaimuliuinininds Co Aiinau (31 4.83 (a)-(b)) wananilds
o < o/ = v 1 o/ = d’ 9/;/ o s s 2 1
Aunauiunisussoveatsndnldesnsiaan wsndnnlafaygnin lddasuiintanianiw liun

1 1% o d} d’ ¥ 1 v [
AITNUAUNLUU LAZTREASNITUARND mw@wimﬂmﬂfﬂummm L

(BNT) (0.005) (0.010)

)y e

(0.020) (0.030)

(BNT) (0.005) (0.010)

A& @
® e

(@ | (o)

31/ 4.83 () WaBUgLNaWLKA (b) 198N

AMNUUILUUABRILTIINN

Worudasdniiun1stumnesnguugi 1050°C  AradnINTIu-a3 2099NY A

salaa

5°C/und sl 2 dalus indtasissimata R Liusav ATIN1seeenfARAS Tinadeg
4.85 WATANIN 4.27 WUdIAIANMUNLUUIeEs AN B Na, T, Co,0,, Aaatludn 5.64

3

- 591 g/em’ HAnfinTudeaTunnininas Co W lui3unamils wazilaidas Co WNNNNTY

WUANDINHNT AN NUEILUUAAAIlAAFH L Co WU 0.010  Ardulng luatAw

. 4 C b om i e . -y
wuuun?ga atnglsiaunlinamnigiaa Co wiariu 0.0030 wrdsuinelug LasdinTAn
ANNNUWILUUTRENIEIIHN BNT  UFg0ns Ao unuiuduiilnndniusivinseaiiamig

qan1AT9EEINRn Seaznataivsia i luiadananisiimssilasaairmiaania
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6.00

5.95 -
5.90 - %
5.85
5.80 4
5.75 4 %

5.70 + /

5.65

Density (g/cm?)

5.60 4

5.55

] 1 T 1

1 ] 1
0.000 0.005 0.010 0.015 0.020 0.025 0.030
Co content (mol fraction)

7t 4.84 naaAnnuduiussEndNA TILINALTINMN91R8 Co

VRILBINNN Biy ,Na, . Ti, ,Co,0,

$REAENITNAAILTILTNIATUAINISIINTUINas IR LT3N

a1ngll 4.85 uazA919 427 wudiAFesarnmuARaETNIRsIeaIEIfindlAnag
T2 41.35 - 47.69 AiuuliuAsaiuAtnumnLie Hasanlussndnanisdumesiia
NITLAUNTZLAUNNTIUANNIAAT (mass transport) TU Fuidunnsunsaasaznaninlfiiangg
deuRniurasayniane ludunudaalilussiuqaniatesdinaizagnunis ludunuanas
= - = o Am I o
asdenaliluszauuminiaiuulagsandinasuasatinliy feiuduswasdnadaaiy

1 ] 1 A = v Qy a KX a £ o
wnudunlfunutesihwzegnguntelussidess Funuwandnasduwliunimasouin

X
U
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50

~ 484
g —1
> |
[@)]
@  46- /
XX
= + .
= ]
7 " N\
U] } N\
=
E |
S Ll
1 %
40 1 i 1 r 1 B T
0.00 0.01 0.02 0.03

Co content (mol fraction)

71l 4.85 e WANANTUTTREAZNIUARITILFNIAIMULENIUNIAE Co 18NN

BiOASNaO.STi 1 -XCOXO 3-x

AN5N4 4.27 AANMUNLLY uazFaaagnisunsmdalfunmsraasnin Bi, Na,Ti,,C0,0,, 7

\@asiag Co UFunnusing

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

0 5.68 £ 0.08 95.1% 45.27|+ 0.65
0.005 5.72 £ 0.01 95.8% 47.38 £ 0.42
0.010 5.91+ 0.02 99.0% 47.59 + 0.45
0.020 5.75 + 0.08 96.3% 45.30 + 0.51
0.030 5.64 + 0.03 94.4% 41.35+0.79
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4.4.2.2 4aN15ATIAHAULATIASINANURULTLSINN

o

WiV Eumesig BigNay,Ti, Co,0,, figauundl 1050°C flunan 2 dalug

Ay

s finifidunnseiuniunuim Co  udnildmmageulnnairanan wudrguuuns
‘;/ o Ly a o = v = ] = o ar

Waruuresidlentraugnin deiilassairaflunuusenluanseaitwiaaiune fagyl 4.86

q a X 4 4 dl N A ] <
(a) uazlimuaulantasfiniu Weisnnmsideusesiiafitsnguus wudnisede
= = 1 1 o’ 1 o b7 ar o 1 ‘ﬂl 1

183iRreuTinlitnngedednian uidanaldidnrazeesiumiditaauazglsises
ApdAnwUsAseil fegy 4.86 (o) ugasianisunuiiaes Co® Wnlulusumiaes T Seil
1nairilleeauunndeiu lnsfatzes Co™* Hdmnnndn aflaas T* ag 0.1 A Asiali

TassaFufinnisiingl (distortion) usdemsiilasaafraiuiuusentudnses

(110) =0. X=0.030
P (220) Soes X=0.030 - oo
(012) | @y (220)  (134)
L%
X=0.020
' A X=0.020

Fopanpend
X=0.010
X=0.010

X=0.005 o
- Jt ) Koo i A el | MJL X=0.005

o~ A,

60 8055 60 65 70
0 (Degrees) 26 (Degrees)

(a) (b)

31l 4.86 (a) gununaideauesisRilandreusandin Bi, Nay,Ti,,,Co,0;,, MfFunm Co sina]

Intensity (a.u.)

ICSD No. 280983

| 8§ &

(113)
(300
(220
(134

L 8

M T
20 40
2

(b) AAuanansiAdeulUneyy 20 Afnessruny (300) wax (220)
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4.4.2.3 HANITATIARAUTATIHT NN NANIAVRAUETIHN
Watimsdn Big Na,Ti, Co,0,  NHun1sdumaingungil 1050°C Aednsnaiu-as
9039umnd 5°CAnd uwan 2 dalue wrdndaanszansmanuuasieasgiug suiauldszun
o :l/ ° o [ dl a (6] = v o =5
wazdua andutinvn thermal etching MamunnE 950°C uaa1 15 WA waHNAANEN
TaseainamnqaniasaendeqanssalBidnareulLLgeINA (SEM)

HaannsAne laseairanisqaniatemsIdnsandes SEM Aagil 4.87 wudainguil

t
=]

anwnuziflunuudaduand (equiaxed grain shape) TAEURIATAUNTUANTUANNUFNNDL Co
WuTY LaznLnswauAdnnIzafuaagiunsuaun A luguana U ud LU ugwgue
Tauauiietfunnini9ida Co aglugag 0.000 — 0.010 dauntfuininigda Co wiriu 0.020 -
0.030 gwsuBufunTuLarwLZNIWILTMsaYsasznIs N Y Larn e lunsuesEsding
13u1tunini@a Co Windl 0.030

o W P A 2+ ° . A £

N132YYFAIUBITUIAN TUTINTLEAIANNNITUNUNABS Co™ ATIAUNLN Ti B9HAY7vq

HasndwinliinTesineadaandial (oxygen vacancy) 11 lngdasinsaandiauaziininy

S\ o WM 3 XA <o o/ ; :
ANNLTNNDY Co MANTU 1099 N8N TAUANATURT 81N IR AN TN UBIDTADNIEUINY

a - X 5 X =< = o ) B
NITIUNBTNINUU ﬂrJElL‘H[ﬂumuqmLﬂ?u@\jNLLu(ﬂUNLWNTu
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71 4.87 TAsaai19an1998N1ALB9LIIHN Biy Na, . Ti,,Co,0,  AfFuNu Co Aus (a) 0.000

(b) 0.005 (c) 0.010 (d) 0.020 waz (e) 0.030 LAraulnaINa
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AUIALNTU

lunsdhanin SEM iteldlunismauareansy 1 Renfdesneimun el
@"mqmmfumnwaLﬁ@lﬁlﬁmmwﬂmmLmﬁlﬂuﬁ@ﬂ‘ﬁ'qm TnefiUiunmniside Co winfu
0.000 — 0.010 A ENE 5000 Wh douiiunniniside Co Wil 0.020 way 0.030 14
NNA9aEEl 1000 i Lﬁmmﬂmauﬁmmmium

HANNPIATUIALBUNTUNLIGT TUIALNIUTBLTIINN Biy Na,Ti, Co,0, HAratlutag
8.42 - 1.25 um sugil 4.88 UaTMI9N 4.28 Feruinrennsuiily ig‘%uﬁl,ﬂum@mmﬂmmwéﬂum
armeNTNIN TN TinTeII e enTIRLATinA13 LAY BARAINNNTUNITeIRRaNALT A
FalARaF NN AT RNUAENAIA B AN LW ST I N A el iesannisuns
mm@m‘am‘iﬂﬁgw@umﬂlu%umummﬁﬂ@mm Aunalianrst 4.89 (a)-(c) gwqu@m@mﬁ@
Sanminnaide Co Wiiailuann 0.005 - 0.010 efieuifL BNT 13an3 Asdanaliasumunuin
VIR wazifietFunn Co Lﬁlm%muﬁq 0.030 (31! 4.89 (d)-(e)) gw;uﬁ'uﬁlﬁmmn%u

uwazwugngune TN sutessA N suRa L Af Innau swinliasnumuuduaesasinanas

6.0 12
* 410
= | 5
mE /’/ 18 €
2 58—1 //' 1 3‘
g) /// 6 ﬁ
> it 17 b
D 1 ]/ ~ >\\ ] 2
{ o —
8 I / \} 14 ©
N O
5.6 - /
s -2
—t— 1 —
T T T T T T T 0
0.00 0.01 0.02 0.03

Co content (mol fraction)
71 4.88 ANUANAUSIZMINIUIANTU LAY ATTNMUIUUWTDTIEN Biy Na,Ti, C0,0,, 7

138 Co UFunnusne]
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»

71 4.89 nndelassainsqaniafldlunisdnauiainsu A5u0s Co Wi (a) 0.000

(b) 0.005 (c) 0.010 (d) 0.020 waz (e) 0.030 wirduine iua

AN 4.28 WANIUIBEINEN BigNaysTi, Co,0,, MAasag Co Usunnisinge

131704 Co IUNALNTU (Um)
0.000 1.03+£0.34
0.005 1.25+0.51
0.010 1.37 £ 0.52
0.020 492 £1.33
0.030 8.42 +2.92
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Winriy 0.005 rrdulnelua N19NTTAEAAT89TUIALNTY WAASANZL 4.90 (b) AXLiUI T8l
nenszanefaEuNdluHe UL BNT U3gns taafldaan1anayanesfinaesunansusendng
05 - 3.5um ugzdipuDggaludoe 1 - 1.5 pm #mduniBuaninisiaa Co Wiy 0.010
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a o 1 1 £ﬂ| % ' d’ A

4.90 (d) H199N19N3TAEAIT09TUIANTUAE LUT29 0.5 - 10.0 pm TNINTFINUTHIUNI9IAD
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0.005 05-3.5
0.010 05-4.0
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4.4.2.4 uansAgraadAlsznaunaAiizadsiin
Wannanw SEM 1@918n BiyNayTi, 0,0, , Wdatinuiniaagaseddlsynauniuail
Faamalianianszatsvesiadiand (EDX) weu@eniin Bi, Na, Ti, Co.0, #1aa Co 1Funm
e Tnaannnindnalaseaitanieqanipaznudninsugasasindiesunadnuaslug)
o o 1 = « :)/ d”d vl a « a ' all ' o
nezanadaiuag) lun1sinsedt EDX luaialiasldfinnsdiaszitTnnseiuanseiuaiugn

1A Usnansuaunalvnl (Spectrum 1) LNTUIUNALAN (Spectrurn 2) LATUBLLNTU (Spectrum

o

o

3) Il fanisaLAsimail

1. WANTSILA9IEY EDX aaaLts1iin Bi, Na, Ti,,C0,0,, Nilsunme Co winnu

0.005 tAxdaulnelua
- al 2 7 .
angl 4.91 UAYAIN 4.30 wamdTunusgseinulugndn deieanusiouimg
NNIAATIZINLIENR Bi, Na, Ti uaz O uilusaudnaedissadiniuies d9us1s Co Tailuainh
Readlludun 0005  eedaulaslus wuluiBom insuruiadn wazreuinsy tasd

YT N NgANLEI DN TUAUNALAN

1974 4.30 adAlsznaneasenn lwasiin A5Hns Co winfil 0.005 wrndaulnglua

Spectrum 1 Spectrum 2 Spectrum 3
Element

%Wt At% %Wt Al% %Wt At%
BilL 4416 16:5 47.06 18.49 44.96 16.47
Na K 4.53 6.84 4.27 7.22 5.38 8.49
TiK 23.33 16.92 25.97 21.08 24.01 18.19
CoK = = 1.11 0.73 0.79 0.49
OK 27.98 60.75 21.59 52.48 24.86 56.37
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2. WANSAATIEY EDX 4adms1din Bij Na, i, Co,0,, #3nmu Co winAu
0.010 sAxsIulnalng

a1n3t) 4.92 uazm139 4.31 wanslFunusesneing luigsniin GeisanuLFianinn
NN3ILAIIZNLIETR Bi, Na, Ti uaz O iilusiguansasasndniduies @2us1s Co Tufius i
weadllufFann 0.001 wmdiulasus wulunSuisauud.anudwneniu TnadlSunm

NNAgANUTInIN WA YD)

511979 4.31 a9Aszneuvassis luersniin e Co Wiy 0.010 windoulaslug

Spectrum 1 Spectrum 2 Spectrum 3
Element

YWt At% %Wt At% %Wt At%
BilL 41.57 14.46 43.15 15.54 48.9 19.95
Na K 5.94 8.9 4.73 W32 4.94 8.68
Ti K 23.91 17.2 26.32 18.82 26.63 22.44
CoK 1.33 0.78 0.83 0.5 0.2 0.13
oK 27.24 58.66 25.98 57.84 19.33 48.79
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3. WANMILASIZI EDX 2a9t4513n Bi, Na, . Ti, Co 0. NilFunm Co windu
0.020 tAndaulnalua

ANt 4.93 UATANIN 4.32 UaATHIuERE e IR TN TNAINUTINN
N1T3AINEINLIEIR Bi, Na, Ti waz O Taiusinuanvesasdniiies dausis Co daiflusinh

@eadllluiFunns 0.002 wediulnelua witani WL N IUILALA NN

13719 4.32 a9Alsznavvadsie lugsdn e Co windu 0.020 asasulnalua

Spectrum 1 Spectrum 2 Spectrum 3
Element

%Wt At% %Wt At% %Wt At%
BiL 43.97 1872 44.75 16.76 47.69 18.96
Na K 5.36 8.25 4.99 8.04 4.77 8.17
Ti K 24.46 18.07 26.72 20.68 26.91 2211

CoK - - 0.04 0.03 - -
OK 26.21 57.96 23.54 54.49 20.63 50.76
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4. Wwan1sAATIEY EDX 1041@s13in Bi, Na, Ti, Co O, #Su1mu Co wirni
0.030 tAndulnalng

AInAnEne SEM wuinsuutlantasuniansusiiugaaulanuiinniio Aaiuasln

N33 siasflsznauniealinssunniliag (spectrum 4) angl 4.94 uaTAI99 4.33
— T = — T — = | | o

WanL T UEe AN s Ein HSALTIMANINIAIEINLEIA Bi, Na, Ti uaz O 14
dusipuanaeaasiniuies 40us16 Co iflusgnweas’ U ulBunn 0.003 wwdoulag

Tua wulwBnamsdisunduheeiu lnafdiBuusanigandunnsuieginn

FIN979 4.33 aaAtlsznauaeess lumsdin wWa Co iy 0.030 wrindulaglus

Spectrum 1 Spectrum 2 Spectrum 3 spectrum 4
Element

YWt At% %Wt At% 9o Wt At% YWt At%
Bi L 44.83 | 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
Ti K 24.31 18.32 | 20.22 152 26.59 22.53 22.21 15.21
CoK 0.33 0.2 316 1981 1.11 0.76 10.66 5.93
OK 251 56.62 | 24.01 54.06 {0, 26 48.87 30.50 62.54
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1 a::l' a o a g I8 = = @ a a d‘
M99 4.34 ﬂ’]ﬂﬂ‘ﬂi@@mﬂi’lﬁ‘ﬂLL@Sﬂ’]LLWﬂWl@?ﬂ'\T@JQJLZQEWI’\\?»]@@IL@ﬂV]?ﬂ“IJ@\‘ILSﬂ?’]EJﬂ N

frunnINes (29°C)

Frequency Co content Dielectric constant Dielectric loss

(kHz) (' mo fraction) (€, (tand)
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

0.005 635 0.0433

10 0.010 670 0.0402
0.020 e4€ 0.0413

0.030 486 0.0215

0.000 606 0.0422

0.005 5255 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 €10 0.0365

0.030 468 0.0186
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A3 4.35 Aan U WInn uazAndussananisinlivihaeamsdin Big Nag,Ti,

XCOXO3-X
Frequency C content Resistivity Conductivity
(kHz) ( mol fraction) (Qem) (S/m)

0.000 2.64% 10° 3.79x 107

0.005 258 % 10" 3.88x 10”

1 0.010 2.52 x 10" 3.95%x 10"
0.020 2.65x 10" 3.77x 107

0.030 3.51x 10" 2.85x 107

0.000 2.82%10° 3.54x 10"

0.005 2.75x 10° 3.64x 10"

10 0.010 2.68 x 10’ 3.73x 10"
0.020 2.78x10° 3.59 x 10”

0.030 3.70 x 10° 2.70x 10"

0.000 5.92 x 10° 1.69x10°

0.005 5.74 x 107 1.74x 10°

50 0.010 £.58 x 10° 1.79% 10°
0.020 5.77 x 107 1.73x10°

0.030 7.59 x 10° 1.32x10°

0.000 3.03 x 10° 3.31x10°

0.005 2.93 x 107 3.41x10°

100 0.010 2.84 x 107 3.52x10°
0.020 2.94x 10° 3.39x 10°

0.030 3.83 x 107 2.61x10°
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AN 24 dqlug

AN374 4.36 Anduilse@naiialaiinuisnaasimsndin Bi, Na,.Ti, Co 0,  Idasasaunslwi

NITLART 3.5 KV/mm WAL 4.5 kV/mm SAUAINIINQTUN tazuaan1snidaidunan 24 49504

Co content

(mol fraction)

Piezoelectric coefficient ; d,, (pC/N)

(3.5 kV/mm DC field poled)

Piezoelectric coefficient ; d,,
(pC/N)
(4.5 kv/mm DC field poled)

after poled after 24 hr. after poled after 24 hr.
0.000 19.0 + 1.41 21.0+1.41 22.0 +1.41 24.0 £+ 1.41
0.005 86.0 + 0.00 90.5+ 0.71 89.0 + 0.00 97.0 £ 0.00
0.010 92.5+0.71 98.0 + 1.41 99.5+ 3.54 104.5 + 3.54
0.020 85.5+0.71 89.0 + 1.41 98.0+4.24 101.0 £ 5.66
0.030 81.5+0.71 84.5+ 0.71 90.5+0.71 95.0 + 1.41
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