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Abstract

Project Code: MRG4980014
Project Title: Development of Ferroelectric Ceramics Fabrication Process

Utilizing Transition and Rare-Earth Metal Oxide Compounds

Investigator: Asst. Prof. Dr. Anucha Watcharapasorn Chiang Mai University
E-mail Address: anucha@stanfordalumni.org
Project Period: 2 years

The objective of this research is to study the effects of adding dopants such as
transition and rare-earth metal oxides on densification and microstructure of ferroelectric
bismuth sodium titanate and lead lanthanum zirconate titanate ceramics.

The results on lead lanthanum zirconate titanate showed that addition of
tungsten caused the ceramics to be highly denée with well-defined grain structure. For
aluminum and iron, the produced ceramics had high porosity with lower density than the
ones doped with tungsten. It seems therefore that the donor type dopant like tungsten
enhanced the densification of ceramics. However, based on optical photographs, it
seems that the sintering conditions used were still not able to render ceramics
transparent. Therefore, the sintering process may need to be improved in addition to
using dopants.

For bismuth sodium titanate, addition of acceptor dopants such as iron, copper
and zinc enabled the use of lower sintering temperature. Addition of other types of
dopants such as zirconium and dysprosium caused the density to be reduced with
increasing dopant concentration. Therefore, it seems that for this material system,
addition of acceptor can improve the sintering process such that high-quality ceramics

can be produced at lower temperature.

Keywords: lead lanthanum  zirconate titanate, bismuth sodium titanate,

microstructure, dopant, sintering, dielectric
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ldfnnsAunuuazaunsninhildldasaha  mawranasiinazgiiunllsauas  (tranlucent
alumina) TaluszazusnaniinsdeluFesiiths Cahoon uaz Christenson [3] wudnlu w@ein
azglunfidwnididaasnlas (MgO) tuey awinresnsuazAeudradnuazain nmeaes

uazAnmeenalluszuuaes Coble [4] wudinasiAnats MgO Weadntas (~0.25 wi%)



athlunsazgliun  (AL0)  ansavinldnisuyusia  (densification)  a8uTsdinazrgiiun

t4 14
Auuazinianmidsouas  Aeunléfinsiaunnszuaunisudnezgiunluiualinruay
narenflundnsuaiidedn Lucalox Asuandlugilil 2.5

= ke = ' 1 1=y 1
annsaaszilazeainsqganiprasezgliunlilsauaanudn unuazliignguegnnelu

v 8

nswae lwrnsiasinazgiufildlfifiy Mgo Hgnguegmelunsududaunnn (guUa
1 v
2.6) ¥iall anngujaeanisiendumes (sintering theory) nsigwgugninldluinsudy aune

wan urannisFuinrewnsuuuLEang (@bnormal grain growth) ¥Fen1nALIRaes

7111 2.5 gldhaufBuuifisuasinergiluligngu (pore-free) uazarqiiunng [5]

.. 7 .. . 1 ] L il dano Ny of 4
wnsuuuldredias (discontinuous grain growth) Taelnd druindnueaasun ldvineming
unaseiuan  Tusnsien@umafiy  nsuaunalnaiasaenafalugauniuIuainazgn

=4 i b4 :HI d’ o @& a
naulaeinsuiualug  wazdnisedeuiresseuinsuluansinsuasnasndaivll - gwgu
dl [ I o 4 (] d‘ o e 9 ar o :’; =
fagszuinunsuazgnin inelunsusnalugneunasgnindneaniuliiu - fady  Tunsdl
emS cll\“ e 11 S Pea = uvLuL el
wpvargiunliiuinii@anesnlamiuegiy  gwsunssaaunIUasgnAn i lwnsuawalval

Tnaldawsognindneantyla



91 2.6 mwndnalasiaiisganiatasEsinasgiuIltiAn Mgo neunsndumas (Fe)

LAZNINENLRARPADINIRAN MgO Hlesdunsidulnreansuuuulisaiias @an) [5]

douluigsfinazgfiuifl Mgo Uueg GainliiAnmdinlufuaniu Wnideldagidn
v E
=

= ﬁi ] o’ = = o o 9 e o = ¥ o
LNARINNITN  MgO ‘ﬁQEWﬂqﬂﬂﬂﬂ?l?LﬁlUiﬁl‘ll’ﬂﬂLﬂi‘ULLUUNﬁﬂﬂm ﬂ’llﬁﬂ’]i‘ﬂﬂ\@ﬂgﬂ?ﬁLﬂﬂﬂ]Ulﬂﬂu

b

i 1 &
rauninsuazagnasa (6,71 daunalnaes MgO NdaemgadiniaiuineunsuluuHanEi

1 G o
N

o & o |¢dlaz 2r P 1 M o l-d!t’ | Ao o
funisanananguinlddnmusifidamndaagnuivaulsils usitlamanulaseiandnAnyuaz
dsasinaindosalilne  ureainaedlesauuunidsunssasagasaraLnsuergiuT 8-
. 4\ . . ol
12] wazmsdnaananisiadeuntedlensuergiidunuaraendiaunsazetinsy [13] 44n1ein
9 1
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technology)
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2.4 SAAAALAUNNUNITATIALUA INN LU

Tuilaqii  @aswlflsddneEnldidnniunumludagginsalsiaeay - Aaduilsrq
(Capacitors) Lﬂ?‘gﬂvaa\iﬁmﬂg’lﬂﬂ“ﬁﬂﬂf‘iﬁﬂ‘f‘ﬂ%lﬁﬂﬂ?ﬂ (Piezoelectric sonar) iHamna VRLEL)
IEfaansia LAednANN  drenasaninladin (Ultrasonic  cleaner) \FaRaNIIUaRI TS
Araadndtyey ndaeaiala (Medical diagnostic transducer) tlupiu

s ldirgunsaifnans  Tstlnfaefidneosduaminiiuss Fefmn
aztnldly | unediineadasiimagasinldginn  uiiefinisduntansiaauay
nlugeslawaRawun  (PLZT = (Pb,,lLa)(Zr, Ti)O,) LLazwudnmmsnﬁﬁlﬁmséﬁ
dnmoulusslatudaansliausuiignmgfige (Hot-pressing) - [16] e liinsldansil
wnsuludaesdisninseaning (Electro-optics) @ty wiumtlesiuunasan Ugnsen
Fawndsf (Flash goggle) Nawmasa (Color filter) fiaduiin (Actuator) LAZABUAPNKALLLIAZTIAY
(Reflective display) \Hlwsiu [1]
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faeansINAIN TN TuAesiTe N9 RNa1sd I NINULT 185 (Rare-earth) 111 Dy,0, ashl
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anaasiindadalnfaufniua (B Na,,)TiO, e BNT Andluaisinslstianysn
dld s = a o = t:idt:il s Aﬂ' ] 4’ 1 u‘/ = o
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A1 Remanent Polarization (Pr) 1849413 ilAWNGY 38 pC/cm2 uae Coercive Field (E,) i
73 KV/em [24-27] usiliiasannen Coercive Field ﬁﬁ@uﬁ’ﬂagq aamlnisAnE@NTRNNg e
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m@mmugﬁﬁﬁau%q n¥14 (Diffuse Phase Transition) Suiflufnmaisanizigedans Relaxor
Ferroelectrics [28] FeansdnwaniiGaasiiunumsnntuluwiassmatihwnilssgnfdanang
it Wiflusaifu Uszafil A dielectric constant ( &, ) gsfie 24,000 Tugns PMN-PT (90/10)
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’z;ﬂﬂﬁ‘ﬂf 41man Transducers, Electrostrictive Actuators Waz Micro-Positioning System
Wesainany wesuaulsiulaaassiuaunn i nlidnly uazlinudnl Hysteresis loop
d' o ma’l’q -3 = (=3 dl ar L3 o 174
Zefmn  aufRdAaIulusin BNT fdeuazussqieingiszasdaainistn BNT snld
wiginsal didansaindunuaisiialadidnvisnfilsznaudaenzia
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=4 ar & 1 a‘l 9 = ar dl Qs
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4:'&‘ :9;0 L o 9L o a; o’ ::n 3 = Agdi
constant Tanua n1enaaasinnlfine dagedainaaiuma (phase) MiaTuluassiiniliie
e & . » o d - =i o Y i 1
OUNHUINNUU UTARAR LA Pronin et al. [29] mwmqqmmuLLﬁ‘nwmirLﬂaﬂum dielectric
constant ABLsEHADL 220 °C  UARINEANIINAREIURY Sakata et al. [32] wudn Agouund
dszane  320°C ey 520°C A1 dielectric  constant ARNsAsuulaamilaniu
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= =l 4 9 o o o = P
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Tetragonal -> Tetragonal -> Cubic fansziufimu nnafaauTFRueunilsdidnvisnaeans
asl’v [~ & =l ar ] ﬂl o =l o 9 1 9 4’ E 23 1
Afufludeonifasiuey [33] desndeiifadaudaszudredoyanldainnisfinmen Tnanls
w9 (polarization) [32] wazaniiAnialasaaian@n [30] 989d1s BNT fati nsAnmiagg
o - & = a e : o %
aFuneqanialen  suidgaresans  Audhddndudemsitanudnlauaznns wimw
fuiusiuiuay svndnadneae malangfandnuarguaniiniafieladidninaesansil
= 1 d! -ﬁ‘ | o o o n‘ o o os ::’i’ =]
foymanetienil - dafduidladrdnylunisFuinlannisddel  AenisAnmnag
wlaguA e - e dsTlsadnyYTn1edd1s BNT Welin1sifin dopants  TenNaFNgGNs
fana1? @aNsann liaedane luidumnia (Macroscopic) wazluwiqania (Microscopic)
¥ ] 1 2
Tuwinnnig - tuasdlunnsdnansadliliesfrapaningn  (Composites)  @4lunsalil
1 ¥ H 1 3
autAnasaidnvienalain.  anduauiiBedsananlsenauiuiueey  In@niuy
Fedadesreusaziiaazgnnaunulasdanaesdnianii dounsulazuuilas
QA g’l o o s g d’ lﬂ' e
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dauFunoures dopant a1 Al %uﬂgjﬁ'ﬁ%’]mmi@mmm:m"]Lqmu?}i (Valency)
mmmwﬁm%uq dmsulladausn  drawinseslaseuaes dopant werauin veslesswly
Matrix SiFnsinefutiaendn 15% favilaniaaieansazans Tesudauiy uwud (Substitutional
Solid Solution) léé1el usidrsnnsnefumnnng 15% 5unas dopant AidisdnlIfazgndnin
Wndetiaeandn 1% [34] EBanamsduannndil azieliife wladuuniiazihy wa
Beawiniy) dautladefiges wnleseuimudnlUfinieudse aanlesenly Matix n1s unu
Fandlanauaziidasia asinasdesiininalAauulae Tastaiaaes defects Tuitasnem
AHuNAa19adAmMS WA (Electrical Neutrality)
nsAnsuasimnasiadaladoslinuefinun doumnnazilunsdnmnian
lusuans axaeeduds (Solid solutions) Ly BNT-BaTiO, [35], BNT-PbTIO, [36,37], BNT-
1/2(Bi,0,-5¢,0,) [38], BNT-(Bi,K,)TiO, [39], BNT-KNbO, [40] Wwaz BNT-PbZrO, [41]
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el wenaandl  nisulReuulasaniFaesdaglaainisainlddeanis  Ana1nAely

o e
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winiiFaueenlas (Mgo) duagluansud Ae azglidueanlas (ALO,) wdavinliasiin
anvavgRineanlanil AuwuLbugs gnguRaunssianateiiwgsfinlald [4,5]
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:’:/ o o = oas dy = ﬁ!' v as =
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31 MawssENLAsIEsRntanLaunTTeslaua AN asiaa

asseiuilide wasenled (PO, 99.9%, Cerac) wauvniiueanlad (La,0,
99.995%, Cerac) waflallauaanlas (2r0, 99.95%, Cerac) wazlnmfaneaniad (TiO,,
99.9%, Cerac)

ANTETENATT PLZT (9/65/35) 11 5unauanssiasumanannisiail

0.91PbO + 0.045La,0, + (0.9775 x 0.65)Zr0, + (0.9775% 0.35)TiO,
— Pbyg,La50(Zry 65 Tig 350977503

1 F 4

Tneannisludnensilimifednenrantqaunnses  (defect)  MAATUANANIS
= o e PP L w s = o [y P
unuitlaaauvilepionlessuifidaaudsineiuy - lunsdill  Weuaunninlaeawdaldunud
k Q s a2 i 1 \ o 1 =l =
ianlaaauazinlfifiadesdng (vacancy) asssumisaaaeiladenwasinnilanlaaay
v i
pasasuild  dwnuananiulagd®  ball-miling  Tealdgnuameilaifiauazieda
weanezea oAt 6 dalua udarihleuldude wdsandu Aaildenuaalsiludes
= |‘ =y A = cta ?:/ L3 L3 & :’/
agiufithlla Agamail 900 °C Whunan 2 Galae a1nti Asieauaiinig ball-mill anATY
utaan 18 dalus daudazinlluanarseanlafau '

¥ 1
Auduniswraunaanesiaum (P2) WMansaeseluFunamidulilnuannig

PbO + ZrO, — PbZrO,

Tnaansnesuiild azgnuasuazunfaeis ball-miling ihiaan 24 datua wdsaantiu
Aviltliuealfludatagiuniladh figaumgfl 800 °C lwaan 3 Falus uimaanuaes
TAmNUABNATIALASNLAAYT

penenlasmldlunsnansume PLZT ldur amueenlad (WO, 99.9%, Fluka)
waneanlas (Fe,0,, >99%, Fluka) uazagiiuaantas (AL,0,, 99%, Sigma-Aldrich)

v PLZT wmaniumeeenlasaialagianiiluifanm 0.25, 0.50, 0.75 Uz 1.00

wt% Teeldnis ballmil Wunan 6 dalus wasanniu i ldeuldude  wdqrialudaau
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1
= =

v
sliudimaunadurinugudnans 1.5 au. aniu siudaldaeiin (sinter) igampil 1200

oC ifluiaan 8 Falus Tnedinasamaslaunnauiald ludoegiivitlnch

3.2 nMaasanpauartrAndadalnRen Innuafiasiaa
asiefinldanunimeaasaauitlsznauson Bi,O, (>98%, Fluka) Na,CO, (99.5%,
Carlo Erba) TiO, (>99%, Riedel de Haén) ZrO, (99%. Fluka) Fe,O, (99.9%, Fluka) CuO
(99%, Nanostructured&Amorphous Materials Inc.) ZnO (99%, Nanostructured&Amorphous
Materials Inc.) Wag Dy,O, (99.9%, Cerac)
¥ dl 9 o a o = = =l o 9 =
AszuaunImasAnuiaun ldtuasiadialameninnmnynatinasidnsuzaaanag
fudsuanslugl 3.1 (a) dwdunisuaslad usrgl 3.1 (b) dmsunmauwndumed daugnmnil

=%

waznan Mlunsundunefazunnsrefullmusiaaasansiaedld gl 3.1 (b) gouvgi T,

q

=

Aldavagfitlszanns. 500 °C  Wevnislagnsiiamiuaneuiasiinguuniautegamy iy

was (T,)

frunnii(cm) qmﬂqﬁ("'l)

24t

Tl e

Pe/min

Y

Y

a1 (dalua) 181 (Faluq)

(a) (b)

g1 3.1 LAANNTELAUNISNINANNTAUAMSY () N13uAR LIk LaY (b) N1TeNTuAaiiEsIin
321 ngwsaNrakazsiniaNalaaedlnnuaRanlsdaslaiisn
e (Bi, Na, . TiO, : BNT) fidadan Zr deedsnasuuuiindasnlad (mixed oxide)

1 ¥
TnaGuannnsitanssiesy. dun Jameenlsd (Bi,0)  lmAsumfusua (Na,CO,)

Tandenaanlas (Tio,) wazmefidausanlad (2r0,) ludnsaqusiiannig

Bi,O, + Na,CO, + 4xZrO, + 4(1-x)Ti0, -—--> 4(Bi;sNa,Ti,,Zr,)0; + CO,
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laefl x = 021, 0.22, 0.23, 0.24, 0.25, 0.30, 0.45, 0.55 wax 0.65 ANANAL
Y = o ol o Y < )
uanausaaiauansagnuamaiiame et 24 doluslueniuea  deaiATesuatias
pdNaNTLUL Ball-millingihansuandiauluenauiigomgi 200 °C lunan 24 Falusune
nan e ldayniafiinnziuduteuuansanainiy  wnuaslminaanngumngid 800 °C
wutifhiaan 2 dalus deedns@u-as 5 °C/min- saeeiWiadwiuenas lunimeass
azldgrumgiilunisuaalsd 800 °C MianaswiFangsinlaLaAEEEN1SAUNUNINUAAY FagLl
1 &
3.1 (b) @snsinnsisTanlfunvinnssntugtl Taald Polyvinyl Alcohol (PVA) manstidiudu
£ 4 9 %
farar 3 Teashwnin diwsdonlunsdugl@uenuliisneadudinaundudugudnan
15 fiadwas Taeldirsasdnsvunlansafnuasuaifinlans faeAausiu 2 MPa et 10
= = v A o -=’: =.i| 1 42 v o = ] a =3 ¥ @ 4’:
i udtdnhdunuiiiunsiugludaundaGanuusivegivg  wiaudanddualien
1 1 13
Fumefgoumngll 1100 °C Taswaudilungn 2 dalue fogdnsnau-ae 5 © C/min iy
nmsidanldgunniil wszsnddununAnnarasnis@s zr Tulfunn 520 wediaud

b
Tnelus arldinaldaumnsunazaaamnutiniAngaay

A a a s = = =
322 NISIASENMNLAZLETINNUANA L Ae N NVt UALRBAELAAN

lEianasRnnisiRasaamanasludaialansnlnniualulFuna 0-15 mol% lag

ATUIIRINANNNT
Bi,O,+ Na,CO,+4(1-x) TiO,+2xFe,0, -——>  4BijsNa,;Ti, ,F&,0; 45 CO,

wAIRINEIUNITIIUNTLA NaNLazuAR lITigunai 800 °C iilwean 2 daliauda

rafldgnin ldaug idauazin e GumafgomgRl 850 - 1000 °C luaan 2 Falu (e

u

=2

AnwleEninasasansidauazguunginseantinnianiannierlazaiisqaninaeasiin
él’ as w8 a nd'd [ | 1 o =i o
uananil faldAnm s dnfidmanidatiuag 1.5 mol% laeaniswnvigamgi 1050 °C

Wunan 2, 10, 24 uay 48 dalis iaAnuasesmanidsdanisimuinaesnsulusgsiiin

323 nstAsENpsLazLEs A nDaNa L AN NN UALRRAENAIRAT

LENnn1sAnE nsRedaavnasuasluiiuan 0.5, 1.5, 3 LAY 5 mol% AINANNIFLAN

Bi,0, + Na,CO, + 4(1-X)TiO2 + 4xCuQ -—— > 4Bi,,Na,Ti, ,Cu,0,, +CO,
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rafrauudagninliun nanuazuealsi 800 °C ifluiean 2 dalue lumswumef

arlddnsTwasgauunid 5 °C/min TnaFuaingumagiives uaziiniswiugdngumgi 500 °C

]
=

funar 1 dalue  Weawnlaarstiamilan  (PvA) Wdusu  wazldanuiausellanauls
H 1 1 ¥ 1
pamgiininuue usiaztaulaussiudifhusan 2 Falug aniudaasgunnisnfigungiia

degnmniwniinlunismaassiiie 950 ,1000 uaz 1050 °C AHAIAL

324 nsLesENERasLEsIindgdald AN InmiunIanadIns s

1B I8989N=RNNANAR 0.5, 1.5, 3 LAY 5 Mol% ANANNITAN
81203 g NGZCO3 + 4(1~X)Ti02 + 4x7n0O ----—— >4 Bio.sNao‘sTipxznan--x + C02

nenanudagnin e nanuazuaalsdi 800 °C luaan 2 dalus lunandumasd
13 1 1 H
azlfdnenawasgmuugiin 5 °C/min Tnaduainguuugiives waziinisinudiiguugi 500 °C
1 1 i ¥
fluaan 1 daTus danlagsiamiian (PVA) Tudua uasldianfausali@naunegoumgil
A=il ° 1 di 1 ulz :‘/ = = ‘HI = 9
nue  wiazRewlaussrnudiiuosn 2 dalue anuwAsanguuRNIguugiives

T fiwaiinlunisidaiian 1000 waz 1050 °C AINAIAL

7

3.25 nI9LAsENALAStEsIAndaNaldAaNAnTUAAand lnallsI e

1Buncureslnalis@eunldluanuisdaiiia 0.5, 1.0, 1.5 way 2.0 mol% IagA1uaniann

ANNTT

0.25(1-1.5%)Bi,0, + 0.25(1-1.5x)Na,CO, + 0.5xDy,0;, + Ti0, —>
(BigsNags) g 5oDY,TiOs + 0.25(1-1.5%)CO,

wianasResugauanguuazuaalmi 800 °C 1ilunan 2 daliuda neiilategmin

13 1 1 1
Tauphiudauasilhlvndumeffigomgi 1050 °C wan 2, 10, 24 uaz 48 Faluaiiiadn

HINITLAALAZAN T AL TRTeN T
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= o s, -
3.3 AN9ATISUENL AUBILAZLTIIHNN
3.3.1 nisaATievna
Tunsrsziinaresssindaialamenniuauaziaauaunidainnium

Niuarliiannide asldiATes Powder X-ray diffractometer Liunanlunisiaseit Taemo
aasyy Nldinasfidnlszanns 10-80 a9t TapdAnazidanlunisdnadiatdes 0.02 896

\sasilaiildAagu JEOL JDX-8030 uax Siemens D500

3.3.2 NIFIATIEHANTANIINILAIN

NN3TAANNNUINULUNIRINAT Archimedes wavluinansiiazldunanaziFunasaat

-ﬂ' =l "
IWaLneuAn

333 N159ATIEULATIRG1INIIANA

Taseas1an1eqania (Microstructure) azgnaneinaldndasqanssmiBidnase ww
489n71A (Scanning electron microscope, SEM) ﬁfu JEOL JSM 5910LV wuaz JEOL JSM-
6335F Tazuanainlaseadrnqaniauda  asdlszneumnaaiilaedssanndanunsaniléan
Pited SEM 3 Tae andumsiiansifediendiieensnannduan fdandanisdalu Mode EDX

(Energy- dispersive X-ray analysis)

334 ngInaNinaannantaziialaaannsn
Arnsi LB asnuazAngdeladidassninanniAses LCZ Meter (HP 4276A) i
] [ v
densaium Tnaaudnlddangludas 1 kHz G9 1 MHz uazda9gungRaediuanuilen
Uszunne 30-450 °C
ar i = A— = " a @ =Y o =: o é‘n’ % 1
TunisimAndulseansna aaLE nvisnausan LA lag GRAINN1TEITRINAI8E1e 10
1 £ ¥ & b7
NININIALENIRULIEILTNIBHANTNRG - 2 UHNIB9TRINN  WRIRINHUUNTUY  FIR
1 L ci‘ = 3 s g nd‘ = 1
agauinsigamgil 750 °C Taelddmsnistuasaasgaungiin 5 °C/um e udiilu
=y :' i ) mr =l a G = o nl
sreznaUNE 15 Wl ludumevaainisnsaadauAdnlszanamalasiannin  adunas
L 73 = £ :;;/ = di o o 3 a o 9 =
fasiinasaiiedn  answsinialfiianisanGassaaaslainaliwuwd waznnld ars@sdn
= = o =S B A = L v t = e n:il
annsauaRIngAnssunsinaNTRialaBdnyian TagninisaFiednle @alaw Nawinln #a

sz 3-4 Kv/icm Ngaumngi 60 °C visagenda luszazioaiuny 5w

19



A
UNN 4

HANTITNAAAILASNISILATIZIA

41 W@ALANNINNLTAS TALLA INNILURA
4.1.1 MFATIZANFUDIRALAALAUMUNLTAS TALUA NN L UR

g 4.1 LaaBauaN NS GRELuTes T Rendanae PLZT (9165/35) Ridawnszd 16
wudealdTlasa TR finumesenalng &4 Jeulsiulnsuinsgau JCPDS nuneiaY

46-0336

200

(110)

1501

100

(100)
(200)
211)

50

R KR W

46-0336 | | | |

Intensity (arb. unit)

20 (degrees)

91l 4.1 ununwnsRRILNTaNsABNgTa PLZT (9/65/35)

= o =\ as dl _
4.1.2 mMPassigrasgsfinantauminiastaua lnyiuavitaanigaan lin
AUARAL Y
4.1.2.1 laauauminges laua Inniuntlanlenssdiauaan lam (PLZT/WO,)

71l 4.2 uasuununwnsdeauwaesis@iendaes PLZT uaz PLZTWO, filifsunu

] ar [ | 9 = o t—ii, v @ 2 i < - |
183 WO, seiu aziudniigiuuuadeaqeny TaeunuA I AUt A RN A

aFranandunuuAaiin Aslnadnsds (JCPDS file no. 46-0336) sl asanifFuniaes WO,

' 1
o ==

sty Pzt fean Adbiinlilasssfrandanuasy  wazannueunwlugd 42 ez
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Tdanunsadanmuiuiia (peaks) 989 WO, 16 WasaniBunuaes wo, deenuliluazsize
wo, vnadauwitavionualdazaedililuwesfigres PLZT Feasinlifiazes wo, la
v 1 1
Usinglununwiuiu dwdulunsdindaiu WiinslinssiuunwiienArasiuen i
(lattice constant) TRAsIn  PLZTWO, tafiasAnmdeuraliuaasnisilasusiumia
aaaiva Tnel493 least square 1849 Bragg's reflection peaks laAaalum1919 4.1
1 1 1 ‘d' = ‘il Yl g A'-'; 3 Al g =2
anan lumssaznud aasinanianiddAranatdiatiunnaes WO, tnauau i
i = 1 1 o 1 i = 1 Ql é’ ] H 1 1 k1
0.5 wt.% Lilawfin WO, uanndnil azinlfanashuaaiatiaindu nasu/futuaimliviveuil
= é’ k% :,4 i ar ‘dl 2 nik =
anaaziialulianiennauezAlszquaclesawivamuidy liunuileeauluusniiaaes
PLZT davanilsvqaasloanuisamn W 85aTwiniy 0.6 A dau W™ uaz W fiAawin A
0.62 Uz 0.66 A muasy Wameuiuiatiaes zr' (0.72° A) usz Ti™ (0.605 A) 9
uleaausasriahfawinlndiResiuisamy asiiulddn winlessuiasmuiitszg +6 lu
wasia PLZT luidrazdnliunud zc* vida T Aasazvinldmioaiaad (unit cell) Hauadngs
] < d' ar = = 9, 1 ar =
atalsfimy  Wesanlaeawsesiiamy  Howewd  (valency) ldwanaAn  uazdeliany
- e [y = = = =l v ~a o =
Tiwduaudieamuazdr llunuiaefladauvralnnufion  sounalunsaiilesauicaimui
Aaudgend e fladianuazlnnilon azinldisamunaneusalilszq (donor) Tens

a a o

= =, d” ] 9 =S = 1 0 ] 4
filszqauiiuanil asiliiingidinnsaudaszvizadesdna (vacancy) 1adlaaauuan (cation)

De =Sp_

v
4

i ar ! a’l’ a = EY as = = =
1 dnnalndenanail Redunfesiuazilunisginiiazainmntiveaeanis wu WO, aslu
PLZT  uaznalnmanileraazflusgmauilaivinlddrasiuanialdfuuatiuldlumaddanis

wilamnFunuaes Wo, fitduashl
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g
8l g = g‘ o = =
< T 8 go ¢ S -
] > ~ 5.8 @ PLZT+1.00wt. % WO,
1 | l . h By £ >
=
£ -
= l PLZT+0.75wt. % WO,
= i} A 1 A A
i & R
|
&,
~ ] PLZT+0.50wt. % WO,
=2 -\ N . A , e
W -
{ oy
g |
Lo PLZT+0.25wt. %WO,
= _fé__J__L__L__ | S e n
PLZT
N | N . L l_,‘__l A A
| I 46-0336
I || 1 I T
0 20 40 60 80 100

20 (degrees)

g1l 4.2 uunmnisiaeaLwIasAlendues PLZTWO3

A3 4.1 ANATuaATiTIesEin PLZT/WO, AiaTandls

Anmafand (A)

And
PLZT 4.0766 £ 0.0016
PLZT+0.25wt.%WO, 4.0757 £ 0.0011
PLZT+0.50wt.%WO, 4.0676 + 0.0025
PLZT+0.75wt.%WO, 4.0779 £ 0.0036
4.0826 + 0.0014

PLZT+1.00wt.%WO,

4.1.2.2 \aanausiNaslaaRRLURRanlgagiuNaan bga (PLZT/ALO,)

qqng

g1l 4.3 uamaunuAMNIEEaURTIaERIandaas PLZT/ALO, Nitffunurnaaas] ALO,

RUAUILETIHN

' ni = c:} o ¥
ArAanuanfianAfua sl

PLZT/ALO,

(1374

4.2)
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Bunures ALO, Windu dwiusafizedlaseu AP fldr 0535 A uazifiesanagiiud
' i v = \ e = =i = = =i o 8y
Avaudladecandes e liwnuilesswgeladiauvsalnnfisuazvinldauinges
y o=t o & p a o A o3 ' =
whssadtaunafinas  wananil  nsnlesauagiiniiiaudlanndilasausesTauiey
| = o g va ) ~ X = ) : ' P <
uazlvnudlon  azinliifadesdseendiauiy  Geacdwmaliauareaniamadiaunaidn

[ 0 t:i’ = 1o 2 =
ﬂ*ﬂl’ AINNANITATUINLAASLARN TN LI H LT L‘ﬂ‘t«ﬂﬂ ﬁl']Nﬂﬁ‘ﬁ’lﬂﬂﬂJ']ﬂluﬂ’NﬂtTHQ

maAuandlalumisg 4.2

=)
g g 57 AN D
y ¥ c 8 .a Y & 2
7 N N @ PLZT+1.00Wt%AL0
| H VWA A R i
—~
=
C N
Si PLZT+0.75wt %AL0)
o ! OSRNY NUES | SUY W GNP " >
o
f -
©
S
e | PLZT+0.50wt. %AL,0.
= A N S S | AN §
)
9
&
C - PLZT+0.25wt %ALO
e A L A A =3 ,Fl. A '\.N =
& PLZT
- A L L l j A Iy
- 46-0336
1 L 1 1 "
T l T ] L} I Ll ' 1
0 20 40 60 80 100

26 (degrees)

}
91l 4.3 wHuNINNSREILINIEN N ABNdIReTsIHN PLZT/AIZO3

ANSN 4.2 AAINLARTTIREIIHN PLZT/ALO,

&9 Lattice constant (A)

PLZT 4.0766 + 0.0016
PLZT+0.25wt%Al,0, 40713 £ 0.0023
PLZT+0.50wt%AL0, 4.0659 + 0.0048
PLZT+0.75wt%Al,0, 4.0654 + 0.0071
PLZT+1.00wt%Al,0O, 4.0662 + 0.0046
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4.1.2.3 wanaunninirasiaun lnnunilanlawanaanlas (PLZT/Fe,0,)

unuNIWNITRILNISNRAlandaasssil  PLZTFe,0, gnuanslugl 4.4 aingy
anruzaaanmnilanaafrseandufalindudeady PLZT  wazlddiuiAzes  Fe203
daudusiumbaasiaiulaeuliifauduiBunues Fe,0, MAuasly PLZT wudnfigluyy
aly o o T o = w o o Py, Al oy =
Pluwduewdwneniulunsiirewisamy duivlesaureanantiv AAaudlddauuy A

3+ 2+ dl -g o i dall’ ¥ vé’ W ot
Fe’' uaz Fe*' dsruniadlensuuanainazaududiaaudiiuge Saluiudnemens vy
(spin) ve9aidnAreululenauiuson Wy lunsalares Fe'' AfAlilesaures high spin (HS)
1A 0.645 A dau low spin (LS) HA10.55 A uazlunsdlaes Fe*™ Ardalians high spin A
& 1

0.78 A 9w low spin A1 0.61 A Awiu nsidrluunuaesleasumanasdl mudLTauet)

& i @ A a o f P - P
wanannil n139 leeauuaniAnaauinindn leasuaeslafiauvse lnni e
o 9 3 9 o 9 ] 9 o 1 1 = : -ERI
imidlelesauwmandllunuiuge  azneliiiadesdneandau  (oxygen vacancy) au
FID1L AL AFBUUIAVDINUILILTAR LT maaziuldanApaRRaRAIUIaN

Bragg's reflection peaks uazuanalilumise 4.3

g g W, S 3 227 b
= z T8 T ¢ ] g
N & N @ PLZT+.00wt%Fe,0
= A J I\ = A\ -y Q “2-s
Er-
5 PLZT+0.75wt.%Fe,0
* +0. y e,
- ol PR,
o
e
m -
8
. PLZT+0.50wt.%Fe,0]
:é 4 l A A A A o
()
C —
E
1 0
- A AR 8§ A ) | PLZT+0.25wt.%Fe,0,
] | PLZT
- s [ X .
| 460336
1 1. | 1 -
’ ] ¢ I L T T T ¥
° = 10 60 80 100

20 (degrees)

v
g1l 4.4 upunwnsiaenaasssdlendaad PLZT/Fe,0,
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139 4.3 ANAINUAATIE89951EN PLZT/Fe,0,

&9 Lattice constant (A)

PLZT 4.0766 = 0.0016
PLZT+0.25wt.%Fe,0, 4.0736 £ 0.0020
PLZT+0.50wt.%Fe,0, 4.0765 + 0.0057
PLZT+0.75wt.%Fe,0O, 4.0698 + 0.0038
PLZT+1.00wt.%Fe,0, 4.0745 + 0.0058

anAALaaTIadaaisaNszul  amsoianaians e Faudieuls A
uanslugy 4.5 azifindiAirNARIAAREUNIRIEIN (standard error) AlRAINN1S1H93 least
=g 1 2 o 35, b3 9 1 tﬂl a  oa o
square  HAARWINgs  AuiY  AsaFeuusldusesdAuaRiTReUALLTINMe
arseanlaaniPuasly PLZT Awsasiiannszaingeds ednsleinnu wwaliunldgmiawinas

v
ABAARBILIANETLNEANN NN HWaANALS AmFunsigalANasLNEnIen gy
uilusesiinisnseietinaazdanlnaanaaz1d3a X-ray Photoelectron Spectroscopy (XPS)
178 Auger Electron = Spectroscopy (AES) s Lﬁ@@ﬁ\‘lﬁhmL@u%miﬂﬂ‘auﬁﬂﬂ

luwanviduas PLZT
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410
| —=—wo,
409 -—2&--Fe0,
= | RO
=
O 408~
@
E !
)
©
0O 407~
8
=
(1]
P |
4.06 -1
4.05 T : 1 E T y T X T ¥ T
0.0 0.2 0.4 0.6 0.8 1.0°
Weight Percent of Oxide

g1l 4.5 AasiuasimwauiuBuuesatseanlaanaaly PLZT

4.1.3 msdanwigndananannuazlagdinqamatrauingsinaLauNN
¢ a 4 v v '
iaslAlua lnmMunLEgns warfiiaanagaanlanlssunnene g

4.1.3.1 ANTAVMNINASTDUNALESINN
£ 74

i wineraaafinAdaunulsTang 1 N, vl PLZT igvisuas

=

dl b 73 & e ] 1 -7 = - I =) a}

nRedeeenladriaseiudt  deensrusunisengontintiiouas.  Lunnsnnaeilidle
.

el delianansailidiagin PLZT Hanwuzlislald (guilsznaulunianuan)

wasannudasdin - lUAnega mARI9 (cross-section)  wudnigwgunszane

k73
,

agviaTu laelunsdigin dea wo, azlignguinsaudrelng asuanslugl 4.6
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(m)

71 4.6 nwdafnIIeTeEsin PLZT nansaslavzean lasatiasialumiee wt.%: WO,
(a) 0.25 (b) 0.50 (c) 0.75 (d) 1.00 ; ALO, (e) 0.25 (f) 0.50 (g) 0.75) (h) 1.00; Fe, O, (i) 0.25 (i)
0.50 (k) 0.75 (1) 1.00 Uz (m) PLZT 1343
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4.1.3.2 AMNNULIU TR ALEIIAN
annszaunsEninIeudasdin PLZT 13gvauasiinansoteantantiin 51
wudrpmuwiusesdagsinfieTanldiaonumuuiusend g WameuiuATN
widuangnsuamsge  (PLZT, JCPDS file  no.  46-0336) Ay 7.94 glem®
TngAnamuuuduimsvesamiindausnnierenlafidedwies  95%  aull Aol
anate ldasiniveauldimumnudugaveiiasinldadmadviiald  adalsfinng
prrnwiudeligananasin s finianuolisala - AdlidanansanaziaaefinlyUle
% oL 1 : = ;; =l = oar ﬂid’
unefuuasld aramunudurasduanugsiniseladlulasanfadeilgnuans lunig
] 1 ¥ 1
4.4 WanaufauWay §amiuaAtAanumuiuilaiinannsianaauaz Funms annns
L7 Adlﬂl [} acd o 5 < v 1 i3 1
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A1 4.5 AMNUNLLBTaTsEn BNT Radae Zr fgnuundumas 1100 °C

Zr (mol%) ATHNUIWEY (g/em’)
21 6.01 £ 0.08
22 598 £ 0.02
23 588 @ 0.0
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45 S5 Yo A
35 558 £ 9418
65 538 + 0.04
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A9 4.7 RAAITUIANIUIRALTIBdEsin BNT 1aagdag Zr

Zr (mol%) PUNALNTY (um)
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22 s BT RN a1
23 242 + 0.18
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