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ABSTRACT

This work investigated the effect of acceptor doping of Li'* and La**, and
donor doping of La®>* and V°* into BaTigg;SN00s05 (BTS) systems on phase structural,
microstructure and electrical properties. The BTS ceramics with Li'*, La** and
V" doped  [(Bai,LixTino1SNoeeOs;  BLITS),  (BayLayTins1So0s;BLTS),  (Ba(Tige1SNg.00)i
La,05;BTSL) and (Ba(Tig 91SNg 00)1.4VxO3;BTSV)] were fabricated by conventional solid-
state reaction method. The powders and ceramics were calcined and sintered at the
temperatures of 1200 °C for 2 h and 1350-1450 °C for 4 h, respectively. It was found
that all ceramics showed a perovskite phase. Pure BTS ceramics exhibited coexistence

of orthorhombic (O) and tetragonal (T) phases.

For the BTS ceramics with Li'* acceptor doped (BayLiyTige1SNg0905; BLITS) at
x= 0, 0.01, 0.03 and 0.05. It was found that all samples exhibited coexistence of
orthorhombic (O) and tetragonal (T) phases. T phase increased when x increased from
0 to 0.03, and then dropped. The average grain size decreased from 47 to 40 um when
x increased from 0 to 0.01, and then greatly decreased. The porosity increased when
x increased, while the density decreased from 5.98 to 5.82 g/cm”. Furthermore, BLITS
ceramics showed the decrease of Curie temperature and dielectric constant at

Tc (Ec~18023 to 13737 and Tc~43 to 42 °C, respectively).



The BTS ceramics with La®* donor doped (BajyLa,Tig91S0.09;BLTS) at x= 0,
0.01, 0.03 and 0.05. When x= 0.01, the ceramics exhibited coexisting orthorhombic (O)
and tetragonal (T) phases, while the orthorhombic (O), tetragonal (T) and cubic phase
(C) were detected in the BLTS ceramics with x=0.03 and 0.05, which the Rietveld
refinement analysis confirmed. Furthermore, increasing x in the BLTS ceramics led to
a large decrease in the average grain size (from 45.7 to 0.9 um). A significant decrease
in the remnant polarization (Pr) accompanied by very slim hysteresis loops were
observed for higher La®* (x=0.03) levels. This demonstrates that BLTS ceramics
transition from classical ferroelectric to relaxor ferroelectric behavior due to changing

occupancy of the A-site to La>* from Ba®".

For the BTS ceramics with La®" acceptor doped (Ba(Tig 1SN 09)11L3,05;BTSL)
at x=0, 0.005, 0.010, 0.015 and 0.020. It was found that BTSL ceramics with x=0.005-
0.020 exhibited perovskite structures and had secondary impurity phases. The BTSL
ceramics had presence of orthorhombic (O)+tetragonal (T) phases, O+T+ cubic
(C) phases and only C phase when x =0-0.005 x=0.010-0.015 and x=0.020,
respectively. Furthermore, Rietveld refinement revealed that the La>* cation occupied
in A-site when x>0.010. The average grain size and the remnant polarization of BTSL
ceramics exhibited slightly decrease when x increased from 0 to 0.005 and greatly

decrease when x increased from 0.010 to 0.015.

The BTS ceramics with V°* donor doped (Ba(Tig 91SN0.g0)14VxO3;,BTSV) at x= 0,
0.005, 0.010, 0.015 and 0.020. X-ray diffraction (XRD) measurements revealed that the
ceramics with x= 0.005 had pure perovskite structures with no detectable impurity,
while the ceramics with x >0.010 exhibited perovskite structures and had secondary
impurity phases. Coexisting orthorhombic and tetragonal phases were observed and
the Rietveld refinement analysis suggested that the tetragonal phase increased with
increased V' substitution. When x increased from 0 to 0.010, the average grain size
increased from and 47 to 62 uym and then dropped, while the density (r) decreased
from 5.98 to 5.64 g/c:m3 when x increased. Furthermore, the BTSV ceramics exhibited

increased porosity, Curie temperatures (Tc ~ 42 to 52 °C) and coercive field (£,.), while



the dielectric constant at the Curie temperature (€.) and the remnant polarization (P,)
of the ceramics decreased (€-~18023 to 6110 and ~7.42 to 4.88 uC/cm?, respectively)

when V°* doping increased.
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Tnfveamsiin BaTio1SNo 005 (BTS) Mufias i Lith, La®* waw V°
0.9 0.09~3

1.3 YaUWAYDINIUINY

131 W38uRINANLaz@I1dn BaTige;SNgosOs (BTS) LAY Lit, La®* way Vo
USus199 iU (0-5 mol%) Ae3sujAzenaniuzvesuds Tnsuaaluii
ol 1200 °C Wunan 2 dlus uazgamniidumes 1400 °C 1Junan 4
Flug

132 Anwandfvianignin Wy anunuiwiy nsmeda sugu Anwilaseaiia
NEnERIeNELUTesSYElend (XRD) wazds Rietveld refinement finwn
lpssasn9ganIAcIendniganssAuBianasouLuUdeensa (SEM) Anwaud
TpBLann3ndeinies LCR autalndladidnnindaeinias quasi-static ds;,
testing meter wazaudAsIsBEnn3nda81A3 09 computer controller
modified Sawyer-Tower circuit

133 Wnviginaile wazasy



1.4 Uslaviaininazlasu

1.4.1

1.4.2

1.4.3

ANUTALAS YUNINANULALLYSIHN BaTige1SNg 0905 (BTS) 7LAn Litt, La’"

(acceptor) waz La**, V>* (donor) seisujisenanuzaeudsle

NIIUNAVOINITAN Lit!, La®* (acceptor) way La’*, V>* (donor) Tuszuuwsn
31N BaTigo1SNe0005 (BTS) #dlsialaseasiana Iaseasneqania audinig

8NN wazaudRniglnin

Wlarnuduiusseninalassainandn lnssasigania wavaudinialniives
W38 BaTigo1SN00s05 (BTS) 7itAN Li*h, La’* (acceptor) wag La®, v**

(donor)



undi 2
nauuaznuiseiieadas
2.1 ngufiieadas
1assadrawasanalng (perovskite structure)

lassas1anesenalnadiansniauail Ao ABO; UsznaunivaymauvadlansuuIn

Y

v

ffsiloznenvunnluginefiogfidumis A (A-site) Faogfiyamnusveeiieiead (unit
cell) LLazﬁmmmLﬂuﬂsquw%@‘fmdw o1y K, Na*, Ca?*, Sr2*, Ba®* uay Pb2* dqudi
Fums B (B-site) F9agmisnansvesnhemadaziioznenvedlessuviniifisaiozney
gumdnuariiatrnudulszylniiaanda enfiwu Ta*, Ti'Y, ' wae Sn** lagleseu
vaniiaggndeuseudaglessuauvesoandiau 6 Mdusatuiugleannszdasea

(octahedral) fauandlunng 1

Al 1 uandlassadsnuuimesenalng (ABO,) [10]

Indledidnn3n (Piezoelectric) [11]
A1 “lndle (piezo)” W191NN1WINTA Fewladn “na” aetluandlndledidn
a A a A & Yo P ¢
v3n Ae nsifianszualihmdunaniainnislasunsana dadulsmienalsingnisal
Twdledidnnan (piezoelectric) lagnAunuasusning vosd uazlues a3 Jacques and
Pierre Curie) 1wl a.¢1.1880 vaigNAnwnavesnnuausoUseylninvamdinususean
19U P03 (quartz) BALUaY (zincblende) Y snau (tourmaline) nistAnnszwaluing
I3 Yo = & 0o 9 ¥ a a . = o °
Wunauannslasunsinadadulsmisnailiifiaaiuaien (strain) Tundn duayvin
TiiAnn1sdngessinvedlalnalumud (dipole moment) Tuluitanafeaiuseonin nng

Inanlsiwtu (polarization) wazlinszualviiesnin InsUSuiuuasiAIoamngueInis



Inanlsiwduazuusdunuanuasenilasu uaglumenduiudlelawuluiuiansay
ibiAnnsasuLUawavseruweien Yuluawuliilndily
anutalulassadanigluvesianuu Wuiugiuiddglunisfinwaudd
Indledianvnveswewds Wevinsiiansanianniindnineanuin ndndesduseney
muaiiaafl wazUszneuselossu (ezneuiidvszy) Beadiugie deduluasediy
Anluszuunan (attice) ihefdnigaiiinauaunnns Sundn wdlewad (unit cell)
Y cs v = va a§ a & a =¢ -
waziludvenanululildvesnisiianddlndledidnninlundn leeinaruaiunse

voslassadnannglugnasvipusieanuauinsvesaudivian iuuwanioen

q

32
SYMMETRY
POINT GROUP

21 11
NONCENTROSYMMETRY CENTROSYMMETRY

20
PIEZOELECTRIC
(POLARIZED UNDER STRESS)

10
PYROELECTRIC
(SPONTANEOUSLY POLARIZATION)

SUBGROUP
FERROELECTRIC
(SPONTANEOUSLY POLARIZED)

AN 2 NMsHUINgUYeINaNvasIanly 32 ngu [11]

tnuaneansudamdnoonidu 32 ndu fauandunmil 2 andn 32 ngu Fsnanad
21 nguitlsifiausnnsveaguénans (noncentrosymmetric) Fadudnuaizfiddaiivinlifn
Usngmisadlndledidnvidndenudis 20 ngu Snuilanguiivdeliislanmdulndludidnminusl
wgeglunquitlifiaunnsvesaudnananszfinusngnisaifiawuisegns mshifausnns

& <) o o A o Y a a a s a Y Ny Yo o [
voagudnarnluanzdidgyilninaninlndledidnninidewinusainaiiviiuiandu



wuundausnnsvesgudnans wagliaunsavibiiinnisinanlswdu wu nmsiAalnailswduy
wuunmes (vector-quality-like Polarization) wenaninianuuazianvauglifianunsves

Audna1sey Feasyilinasinvesnisiafieufivesuszyuinwazavaiunsaasislalnaliin

[
=

Jusn vidediFeninAniwanlswdutiuies amuandsvesiagidulwdledidnvinium{ls
SnviEn Ae Yaglwdledidnninliamnsaialnanlsisdufemsiues uiaziAndelusmng
nasterAni

anwlwdledidnniniAnduldasuy fo wuuflifudunss (direct effect) wazuuy
Funduls (converse effect) anuuusmiunaivdsuudamdanunaidundsaulnii o
Aerdesdunisivasuudadinanlsistuid sarsgnusinanseiin (v3eiinauidy) iSon
Usingnisaliindusingnisallwdledidnvinuuy direct effect W in3aafuindnya
(generator) drud nuuuniadunisdsundsnulifndundsauna asisadesiuns
WasuwaswuaLazUIuns ieiinauaion) luauisliAlidaly Sondndu
UsngnisallndleBiinninuuu converse effect 1y uawnad (motor) danalniisassuuy
wandlusufl 3 wagsedumaialnanlssiuasiufussduauedonfiinanussildsu uay

\AseMINgYeIUsERNAnTuegiuiusaililuussivsouseng

iy
)

j

@)
A 3 wansusingnisallwdladianyan (n) wuu direct effect (1) WUy converse effect

[11]
anvRninantenassnulalulndladidnynsnwsiin FanaswlslsBianynsni1unIs

451977 (poling) Wutes TusenInNnszuIun15aiNTIianILiANITVEIAINURUILAUNIT



Y v
LYY 3

as99aney Laztinn1snadllufan19aNf@INAUTIdRienIg A Ntosiuiy SEAUAITL

v

wsevesawInfiasetnargaugiilutdenddglunisiuanisdafianawazantanla

o

@ &y a

Y093a0 NMIvasealidnaadauysaluazlassaiiwinvesianilug

q

INUBNTEAUNNS
asnatleamy Wy wawnsglnuea Mlenesesay 83 wiaseuludnsearinlanasesay 86 way

=% & 1 a

dmsuilaseslssouda unfisfevas 91 Fudurias WeawSsuweuiuailaanuaniaes
wsolawwied nanlainesifinnnadantiunisiwinddn (sintering) walazlianiniianes
TnesaudantRumilouiulunniteannvig (sotropic) wazasdaaunisasadauiiovinidulng
ldiannin laefi Tanmadwdunisaisnslsdiannin wazidulndledidn v3ndae
1% ] =~ Ao o A o Y a a a s a a a
nszuvunsaitaliunssuiunmmilsndrdgnagyiiiiean wlndledidnn3nluwsinyile
wslsBian v3n mnludinisadrstiwfinaglifouanmwlinusazndnndulndledidny
3naguannu wslinfdunsaisaednaglivdsuanmuiiudazninasdulndle?
3 a 1Y & a o v & = L3 = ¥ a ay 1 a
LlanNINeguaINmIY s dnfnunsasetafivseleydununedloldeuie amadlaiiiu

a A

annila3 (Curie temperature: T.) imszigsinazdganimlnailsgduiinainnisadiad

=

3nazilng 10 point groups MY (polar) tialalnalumudlamsauies willalasuaunulni

Y

o a ! & = ) . . o AY

NIV LIUNNJNAITNINUIN d@louniied Tnanlsiwdu (Spontaneous Polarization) WaNUYY
D X e Ay a a a ' Ny v PRIy ° va
wianiJulwdlwdiannsnag1aunn wazlunsalnlvawiulndusane i luazvinlinanisves
nawesinanlsiedu wWasuwlasls Fsluars point groups S38n11 Wslsdiann3n dude
arswlslsdidnninynaliaduansindledidnvin uilndledidnn3nludndudendunslsd
<@ a = a a a wa & 1 o = P2 Y o
dnn3n winwislsdlidanysn szuansantiveslumuiaaiu (dipole moment) auiisilay
auulniheanuaafianu na11ind talnaluwudanseglundnluaniusinilsddnnsn 9o
AudnavesUszquInveananliliegiduniuseriuuszgau Wewnienansladidnninun
aluauliiazinlnanlswdy FJuneluasiy waneanaunliiiiliawdugue n
Y a o a & =2 ¢ v a | ! = v
arbsiwduluansladidnniniagnatoidugudyiud widaisursegradewiliauiulni
meusndiluyhlinfadlnanlswdu wezsomanauulnitasudugud nalswduazly
[~ a < 1 [~ 4 d' 1 = o‘q.'; 1 1 2 =
Juaudluansladdnuadnasiluaudile E=-E, wansitluansiluwuddag a15egudvise
1 P2 Zﬁ < a & a ) v a a a

p1ananbenasuukansaa uzidunslsdanyvsnkazanavinlranshansaniuzslsaldnnsn
Tnglddadldawuliiiney wisildnisangumgiiuny lneunfaauzmslsdidnninavl
Usingieuniganingaugiiniuuueuamilsiteoningungiings (T.) fgumngilgenii

gaumaiingauu nanavegluaniuznsdianyin (paraelectric)



wslsBannsn (Ferroelectric) [12]

aswslsdidnninduansilifinuaunasiugegqudnanwosmiioiad Jevinle
anunsoadlalnatunldlaglidodduusing fsanmsouenarsslsdidnuEnaenainian
1n818nn3n fen1sand1ansesunuuy Tnadlsiwdu (remanent polarization: P,) e
awalwilddluidndugud Tneunddulnanlsiodu (P) iunaunauiliindedngos

Tgeznau (atomic dipole) wiataluana (molecular dipole) sgnaduszideu Tuanswane

Y

yialwanlswdududnarlasnsetuauinliii Weauylnin E Sanudutes
P :gozeE (1)

oy, \Wumasiisendnanimsulanialail (electric susceptibility) va9anans @

VN o sﬁyuﬁ’uimaa%ﬁammamﬂ (microscopic structure) suaamiﬁﬂmmmaz & WJu
A0 YRNVRIANYINTA (permittivity of a vacuum) fifnAsiuseanns 8.854 x 1072 F/m
Tusadanadaunilaiia E Tuauns (1) difusuulwiiisue Ssorafinnndiuvestsey
dassuavaruvedinatlswiuiiauy E wdntuies

. Widfang wagn1sedalnila (electric displacement: D) 1131nA19N588U58]

dasyinuu FadlanuduRusauaunis (2)
D=gE +P (2)

NaunIs (1) war 2) agldanuduiusidu

D=&E +&).E =61+ }.)E (3)

5% 1%

[y ~ < [y

satiuldliieas P wihduidunu E we D AYuiu E sgwunu

D=¢E (4)
E=E(1+).) (5)

38N € TanIneeu (Permittivity) vosianlugaainia Lidlaslanaliinlnanlsd

v
v v U ISP

astuannsulildnmslihisduauduazanimeen (& awlAwintu & wagainaunis (5)

ke



&
8,:1+)(e:€— (6)

0

dle & Feanneauduivg (relative permittivity) #5e Aantadianvsnluianms

TsBifinvin dnlvgaesiiladidnnin & welidnas dadu P >> &Ewar D=P latlou
Inihnszuaaduliiutagladidnnsn aulnihanunasindadumgbidnlalnanieluias
adidnn3n lunsdgauad lalwaneluiagladidnninanunsnaduiiamsldniuaiuives
wdaiuin nsdinssuaady () wardndlwih (1) frnusariatueg 90 ssen fannil 4 (n)

(%
6§ o o =

linaauanas (scalar product) ¥4 / wag V widugud dauddifinnsgaydendsnu
[ a a . . a dg{ i [~ a U a
voe¥anlndidnvsn (dielectric loss: tan O) \inTu wiluanuduasinmsaduiiamisvedle
Inaagneliiinauiiuniunigluiiedanies vinlviiianisaadendsauty §ensaiil
nssualnihdudnglniihdauiianadudesndt 90 aen dwnwi 4 (v) Tnenisgayde

NEIUMAATULY annsadalaannnisnaassaziludnsidiulaensatiuanine sy

4

&
tano =— (7)
&
I4 I ¥ 3
ID“ Iu
:
! — U : » U
Uy I,
(n) (1)

AW 4 ansinaaseninensuaadu () wasdndliih (v) vesiagladidnyin

(n) nsallaiiinnsgapdendenu (v) nsaliinnsgeydewdaau [12]

Tutanislsdidnninnisaduiianisveslalnaniuniiud vesunasnnida 1o
ANdNTusIERIansinalswduuazauulnii (Polarization versus field) #Rudunus

axnuluguveeseudameida (hysteresis loop) AaNIN 5

WolwawulndgluassnnisiAnlnan st inuInTueg19599157 UNILITana

3nduen (saturation polarization) Aaga b Fansiinlnailswduliriuinian lalwanmue
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ziSesfauIuiy tazvniuaunindaluuinnindu Aldiinasenisiialnanlsedu e

auulndrdiaranasnunnisiwalswiuazassndulusmudunaiumilounausudu (P =

<

0) wiindulugitemsiiuananaiu widnlddnisliaulnin € = 0) unfanwislsdidnn3ng
M3 widsnsiilnanlsdvaandony vsounuwnt nanlswdy (remanent value: Pg) 30 C
dswesnsmdalnanlswtundmasvaony wdesvauulnihdounduiirniaiy (Tume

-£) Walsiwduavanasdaudnan d Fausenyatidnawiulaeesan (coercive field: £0) G457

[ =2 a o d'

wene i liiluiianiauiigeudn Tungafagiigndui ign C Tilalnanavuntly
e Wediuneutl dlideunszudlwilliduanuslsdidnvdn udivaeslitaniidinan

Iswduinaulunien g9 f ielinsuieas sesdeaunssualnindnasslufianisuan nan

Lswduaznaugdaudngn ¢ wazluiignivzaalugndudiige b 11, 12]

q

P/ 3
Cm

AN 5 1seudaweIdasyrinanlswiutvaulwinluaswslsdiannsn [12]

audladianvan (Dielectric properties) [13]

Fanladidnvin Wurlanilwesauuddihlni uasdsannsafiuusyqlwiilisn
fhe FerrauannsalunmstniAvuszqlniivesansindidnnin Sendn A uglalin
(Capacitance) dioldauuliiuranslndidnnsn a1sladidnvinaziin polarization Tuds
Wiy Armasanveslnatlsietuiontasu3ung (netpolarization/unit volume) & 3dnen

polarization @ifiazdnaliaisladidnniniiAn capacitance gemuluiie lngaudfniglad



11

v 6

NN (relative permittivity: €r)
auAmulaBidnyisn (dielectric strength) uagAngadaladidnyian (dielectric loss)

ANENTNEBNANTNS (Relative permittivity: €r)

ANNININISITLRDSAAIVINUA 3 §1 AB ANAN WY DUAL

fnsanduiulszgegadefie winvunuivivelavslaenwiaiuiesses d i

YDINUWIIAU A Aananslunmd 6 szuinauiy vunwudugyginia Welldndlui v asey

[ o ]

wruvulaefsulavzwiuyssy +Q wazdnuiunilsazilulszy -Q Amuszatianidudndiu

AU V A9dunT 8

Q=CVv

<|o

o C A (capacitance) ety aasuvseliad (C/V)nse wn (F)

h +
Voltage Charge +q

difference V +—++ |++++ J/
+—4++ ++4++ Dist?\nced

External

battery —— /’
Capacitor 4//?
plates

AreaA

Charge -qg

Ml 6 FuAuUsTuRuIIY [14]
ruglniuendisauansalunmsiniiulszy Bflanugliihunnwinledafudszalaunn

Wity dmndaifiudseadiownafiufiowuuinninsseer1esenI e uIuINLIng 9zldan
AR lnindAfsauns (10)

C—ﬁ
d

£r fio ArsiiladlanvisnAan mggenduing (permittivity) Tugeyeyinie fan
8.854X10"* vSarawns F/m

A #9 Nuvedladdnysn dvadunisnauns (m?)
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C Ao Arpuglni dwbeduvnia (F)

d A9 ANUNUIveIastedanvsn dutieiduns (m)

Tunsdinfansladianviniegsewitaunurwiy anuglninesdaninududuou
Wingawinfuaan neendusins (Relative permittivity)u3ofii3ananaAaeii ladidn n3n

(dielectric constant) VaLsAN A9ANNTS 11

c=Xr (11)

e o fig AranmgaNduing (Permittivity) lugaainie nedidnUseua 8.854X107 mh

SANOLUMT F/m

= a o a [ v & 1 a [ v & b4
msfansledidnvsnagluiaiulszqastiiundsnuasaulusiiulszgiianunse
asrediuiuuszgauadnuaauglniigald auamuladidinuin (Dielectric strength)
a a IS va o v 1 = a a a <
anupmuladidnvin Wuaudfddgerwmislunisussiduquninvesladidnninu

a0

USU1uRUIuanNdIAuNUNIUR AR 9dngvadladildnnsn Aanumnule SLannsnilan

=1

wiriudngluihgeaailadidnvindaasddauld lneusieananudemesoniiuein
| Y o a a v i [ o e o § v ¢ =
mig d1ianladidnningndeumerinuaadngaunng e19svilviunninesg qyide
WA (Energy loss factor) ddaumnusinsdndlniiliun ansladidnviniiladdinisgeyde
iy Andlnfihdedisundusuugie wuumeiiulniinseuaadunsewalniragdvi
Andluiigaiisumdunuumed wuudgaiuliihnssuaadu nssualnihasihwdhdndlndiheg

90 p9r1 watumanduasatu dwsuladidnniniall yusanaazdosndn 90 o Lawe &1

T O Aermuiminluavesnain 90 e Ysunar tan O asvaneds unnwmesaadendsay

Tuledidnvsnvesiuiulssdleldnuiusasininssuaedu

QREEIVIOY

Ms3umes (sintering) Aenszuiumsnsaaeuivilieynainnisaiatussy
fusgauna Tneillassamdnifuvesudsifaunmnainnisiadeudnemadnuazeng o 1
fnanfnduluseduresozney mmﬁmﬁuﬁzL%awiaﬁuﬁqnénﬁﬂﬁszwﬁmmLLﬂaLmqﬁu

'
1Y 4:1

uwazlindanuanas uenanifie1vrznardlaiinisgdumnesiumngfanismingniuied
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I [y

TEnINEUMARISUAY IngerdenisvaiivesesdUseneuiiweteginiuuaiinnisiulaly

Mot Inednisadaiuseiulauseseninseunafieginiuduuniuneuiiod ssninanis

d' ay d' 1 o = < % d' % = [
WaBUANIWTUNUNNIUNITOATUTY lﬂLﬂuimqaswﬁ;amﬂwﬂizﬂaum gN1FYALAIZNUYDY

| 1 =

ATUAN 9 AUlATUAIUNTIUDITUADUNITTUWMDTNIEAY  LITUAUAINTUNTTURDTUY

1911INATAANUNR AN I UVDINURIA8N5 TV wWienWaudanulneiindsuvey

NFURUUTBID- VDD (V) NRpudsindnluunuiinguounipranBniueg og1amadn 9

[

zdndsnuiuiinuurewda-le (y,) figwnn Mmewmailionisuds  wsdndiulngds

D

=Y

9] S v Ao I3 =~ Aa a & ] & a a
EJ@JLaE)ﬂlsﬁaiéﬂ']ﬂmﬂmqmuwumuqﬂauﬂqﬂLaﬂ Lu@ﬂﬂqﬂawﬂqﬂmﬂmmsﬂuqﬂﬂﬂLaﬂL‘Vﬂlﬁﬂﬂngll

=D

' [
= =

FunEINTuwiiY Jwihlissuuiusatuaudmsunsdumesngaiunulume viligunu

e

annsainnsuiuialdd Selanuvuuiugs wievhliausaldoamgilunisimiisasls
[15]
navAdaresi u s dnunefivhmstunesaunsonsadeuldanmsinuun
yEevnAnAuMLILLTE T UYL N U ABuasesgamgd wasailumawn fudu
Fregrereanginssun1sdumesuuuanuzrasds (solid - state sintering) 119 lU fiuans
Fanwil 7 Gauszneulusne duneuvdniifinnuauiieddeidiesiuegfe
1. msFumestasdudu (nitial sintering) aziiendasfunisdnBasfamulmisnamils
vosaymAnangluiunuazmaiaiussiudause iens (neck) Tuinfiusimugn
dudfaszarinseyniang anusuwiuduivstestunulutasdennanfisuan 0.5
Ui 0.6 WWanlvafidonninnsiioyniansdinisunadaiunndstuiiues
2. M3BUMBTYI9NaNT (intermediate sintering) L‘fJuﬁdNﬁ'%mmamaﬁulmsﬁyuuaz
UnamesaumguludunuazBuanasegennda iesneyniadudiunlnddn
fnffuandedu Mlvidunudadnsvediaedieianu Gulinsuwasreuinsuiny
wonfuiinsindeufivesdandril shlhAednmafvlsmesnsuniansudy dunoud
wiiuluFes egsiailedluraziiverinwesgnguazEuianmaidonsedy (wan

a Qy a Q’lj v oa A a d (Y 1
TNFULUM) LL@%"\]%&UQ@WQ@?W?MUIHVIUVI b @EWEULﬂ@IMﬂ'ﬁLLEJﬂG]’WiE}@EJEJﬂIUEJEA

Y q
[
=1

AN (Wangngutn) mim@]’waﬁumu%Lﬁmﬁ?jyumﬂﬁqmiumi%uma%%hmmw
wazo gy lfianuu vt dunuiligsdsrna

3. NsBumeitgaviny (final stage sintering) ifudsfiznyuluunududnfiosas
LazADY9) Qﬂfﬁ’ﬁ@lﬁwmlﬂmﬂ??umuashm’hﬂ lngodenalnnisungveseInIAn

WFUBDNUIMURUIVBIVOUNTY UeInqnoantUaniITeWUNY Faeiiliguauin
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NTWUUAANLTUIINAUD LB ULANT DY VUIRTINTUAL LT LTUNISTULRDTY4

gavingdl 7w 8 (d)

ATV (%)

AT 8 wAMINAILINTYRIATIES 1998 NATANIINNTTWABSUUUAN UL VDI

va1 (Falua)
00 — T
-
g0l RITEANTIGE i
uuunmieu 4 4%y
B0
. HIWEU
Haazidum
70}
T4 . .
b, A danan ~+ Fgaving
60 l , P T L 1 L
1000 1200 1400 1600

fruunilen ( %)

AuvkiuivemaiuazalElun1sn [15]

(a) BunARsafuagUUMAINY MaIN158ATUTU (b) NM5TUNDTYINTUAY

(0) M3TURBIYIINAI Uae (d) N5TUNBTYIERTINY [15]

ASTUMBSHUVTLNAYDIMAD [16]

M 7 wananginssunisdumesiuuaniuzveandeie lluguvesruduiussesning
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a 4 =~ . . . . I3 a s
nsgumesuuuimavevan (liquid phase sintering) HUNTFUIUNTNITUIADT
= I3 ) @ a & & P ]
Mlinsfuseneunisvesianinnisvasumaiiuaunatsanmluiluresmailusenineninig
Fuwes Fudunseuiumssunisiideyldlunisndnwsfindienisldoumg i dunas
Aad LaanlagunfudrTanninesdndulvg el avaeunaiNgwinuiuinenageds
Uszana 300 °C hbiseslinsldndsnuiaannlumsenduwesuandusivaduaz il
M oA - v v A S v S0 B ' a d'
aglaiiuszianianansaldaunielateulails wenain ddudumsdusienisifindymies
Uisenserinvanslunivusinasudi dAunisuzioddadinadnaieg dsudsdinisiauimaie
a a o & a o Y v | = YA =
nsuanwsEnmaingungiiasnensidasyienasunie wang (fluxes) Faduaunia
a a ~ o Y a1 SJQy a a o ! s (Y
e inaslUi oA Y8l U WAANIINABIMAINAINI 1A 5ReAUTENDUNE NVBY
a o ¢ =% a & & D= [ i a % g a X
Hansuaiun Juinluwlanduvewnallrimdeudientusenininmstuneslasng i
nsrUIUMITUmESWULTavavanilegaasseuupe
1. szuuildidudedeadu Wetunuldsuainusouaunsesdegaumgiivenis

s IS

umai%uw\laﬁL‘flusuaammLﬁm%uLLazmamwaq'maamsn"msumﬂ’li%uma%l,t,azLﬁa

2D

'
a

3 Y A ) & a < v I« Y
FUULIN LEUMIAUNENLTUYBIARIUILLNANITHUS muamvxlaag‘lwumu

De

2. szvvniianududedeiiudetunulasuaudouaunseidigamngivenis

)=

a s A a &£ £% 1 v v I
Fuweszilinaiiduveunanindunainey meludg argnisavargadleyly

LUNSNBUDITUIU

[

NSZUIUNITTUNBSNTLNEVDINAIUTZNOUNIY 4 SLELNANGIL

a

1. szeziouniaiinisdnisesianulvg (particle rearrangement stage) Y899 NINTT
VaeNVaIAnTLEUNATDTRgNUTITUIIANIINTe IR wdNs iy vinldTunu
WARTIN1TUARIDE195A152 wazdinsidagnyueenluandunuy

2. ﬁzazﬁaumﬂﬁﬂﬁLLEJﬂaaﬂmﬂﬁULLéJ?Lﬁﬂmimﬂmﬂauéﬁﬁ(dissotution reprecipitation

a A = A g ) ~ =
stage) finanensfineunIAvelsanunsaavarsluwanluveavailalusedunis &
mmiﬁwmaummmLL%@LLazmmé’u o ﬁ;@é’uﬁaiwdwaummaaLL%a%sthszﬂﬁ
Nndinsueneananiuveteunials Waininisazaiedu Mmgnaga1easunsingyn
eulAwssiutunglulas@iegania wazinnsanaznauauyilansuus M
[ 1 = dn( dl’ o c{' M Y o a (Y] [ I3 q' g =3
Aanandvualatugadiianazneueavslilidudufeniuivouniaveaundasudun

v & W A I O av v A & < A &
TausanvazdudilviniiserusenavvsananiaananiduvsadaazNduvaanad

g 91U Fanrsanaznauludnuuedinandagyiliusinaavewvainnaduly

SYUUANAIVULNLNITANAZNDU
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3. sgwfiveanalinisaniusnwal (liquid assimilation) Tuunsnsalvesnalrazitnld

Uzluegiuiumanduvesdslalaenssenisiialisemianiviest aagily
5% 0§ v a % < % o a

unsnagengusena awiliAnnisilurewisnegluguvesansarateveudaiingin
nsgaduresvaisainmalniinnninuanansiiian saey
syorfiinisiivinveansuluaniuzvesuds (solid state grain growth stage) Lile
YBHNAIYNIABBNININBYNIATISAAULLY WsednsunsTudiluegnielurasuds
sgyhliiAnfiveunsuusngIuun Ssdmnssuudalinisdunesedfazingfinssy

maiularennsududunsundniinesruaungAnssuveansdunesdely

LATBIIATIZINITREUUVRISEIaNY (X-Ray Diffractometer)

o A A a Iz & I o b . A

Jwasesodnsziianiugiusuuliviiane (Non-destructive analysis) tivafiny)
NeatulassaiwEdn msdnkesivesesmeululuanaresasusenausing o neluganmunin
wazUTu Ingenfenannisideuukaznisnsslwesidienduazaiuiineivigseuy
lA9as9mEn [17]

v T A | N = o o a 4 &

Sediend Wunduwdvdnuwimanivihdddmnammeaveaias danuenafudu
2¢/luy293817919 0.1 - 100 d3ansou NSRS UAIATEIvRITIABNdAUaasUunalviin
Usingnisalang 9 Tagusingmsalnsnanaiududnvauzianzuosasunazedn Jamannng
Aananmailisndsanunsatnanliiinsgvansiacail

1. Whesgyiesrusenauressnene 9 tluasvdualSunauasannm

2. Tfnwmlaseadndidnnselind dwenunsalideyainetiunisiaiuszed

3. WAnwineaiulassasiendn vseluanavesansmemsidimaliansienuused

s
bONY

¥
v a f v A

FadonddnaniinlewmINsITNTIRINNTARIEFIvesilanfgas nfuiunSduay

=

% 1% a «

uywdndntuannalamedidnnseiind nande Weezaeuldsunisnszausiedianaseuid

9

' (%
a

NHINUFIWUBEADY TIAAAIUATNSIET TEAUNSIUYDIBIANATOUTUILATIAG 9 VB4

Y

¥
= a

a D2 a oA ¢ v ' &,
avnaulA1EIwAnNIzdUNE Tneuiaveseneuliiudsuwlasdsingmaaidnady

Y

v 6

nszvIunsUanUasenasnudiuiu Tuguarduwimanlnivielnneusenunludnvueiad
(pulse) 9NBzMBUNNATINlASUNIINIZAY AAULwan i IvanUaesaaniniliBundn “54d
NG FUILA 2 UM H1UATLUIUNITVBINSUAAUADINSIUAIULAUINNDLABUUS I UTUY

1A95DL8NATOU AD
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(1) Ssdiondianngsn danwaridusdendfiindsauies (monochromatic X-ray)

[y v d'

NFIZAAIINNITANTEAUNSINUAIRULEN UTINgNsalvasnisiinsdiondytdatiiinduiile

a a a a A 4 o 44' a v a &
@Laﬂ@i@u%ﬁ@@uﬂqﬂwNﬂiz‘ﬂsﬁu@l@u 9 Wsaiwm@uwaﬂﬂquqfuﬂa@umLGU']GUu@LaﬂGﬁ@uiu

q

2lnastuluvesermen udrdeloundnulisidnnseu Sidnnseutulurdeasiafundany
dugatunimdsnuBamieivesduadess ilivgranidlaaniaitinwesdidnaseuluty
2laesd wilioznoueglunnedignnszd unarazansedundauasg nasunilugag
svpznasudu Tnodidnnseurendaaslutudaliazansesundauaslfviafundaany

gnwllervesrdlaastulusisnisanuaeendsudiuiivesnuitugusediond waaiun

a1 1

WNUNYD9719999291A5 UL NAIUFIUAUTIETANAIAUAIUAITEAUNSIUE AL AT 87

= 1Y 1

Nz9lAIsUeeBLaNATN WavrlinyeesInty o JandsueNILe
(2) Sduwvunaitios fanvauzdusidendnindsuneilioinszaneainAinigads

aegn Usingnisalvesnisiindidiendraideninaindidnaseundsnuguaieudigauiy

9

Aaaxy (coulomb field) Usadlnatiafes Anuvuduvesawdliihadadusaangty

vdlanaseugadsnasnuegsiniwazlasssidiendoanin

o o aa [

neundianaseulgundasindunsnserdvaunlwivinalnddiedeaniinain

a

Uszquadasnau Biinmsoudzgadendsanuuidiu suillesannnisnizidawesdiannseu

[ [
v v v v a =< 1

AU UNENIUYBITIFLONTTLAAT Y T9TAINTEIIUADLTBIINNAIIUANE AN IGIAAVD
a & A Y aa an o = Y § va & g
didnnseudgunll a1didnaseulsuiiindsuganenanseaulvdianaseuluidaastuly

va a va ¢ ! v Y 9 o o ¢ 1A
Yod0rnaNvanaentanaziinsidiendianizauyiudeustivaiunnsuvessediendsaiiios
AL

'
LY [ =

nsUanvaesadiendeanuinaiueginiule 9 Jusgiuseaundsunaigaani
Fepueneduniduiiganaannsndidnaseuniendsunlasunianunainurasiie
lngliduiurtinveadmnenly

A o oa ¢ a 1 = o ) o ¢ a

dleFdendannsenuianiivesmdnlaevigy @ uvisdiuvessidiondasiinnis
n3lamnetuYeteznoaNimy dndiunilsvesasediendsiuludadun 2 vesesnou ¥4

| a 1 P A = 1 £ v & [ d'
‘U’]ﬂﬁ’JU’ﬂzﬂigL"NLLaSﬁ’J'LWlLM@@ﬂ‘ﬂ%N’]UL“UWIﬂHQ“UUVI 3 UDIDTADUAININN 9
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x
1.
/’ﬁ)uﬁmcmd
beam
5

-0--0--0--0-—-0-0--0—-

A 9 wuudnaesdmIunsiigatnguanusni [17]

fegmenlundniinisdnisosiegeliidussilsvuariissoineseninsesnoumii 9
fuanSediendenudnlvlunrazduvesernenaziinnisidenvuduarvuiuiy dedrAaylu
a ‘dy v a n‘é’ [y &
nsiinn1sideniuuresisdiendiuegiun1iy 2 Usens fe
1. SY@annsENy F@ReIUN wasldunsmniuiviivsieseglussuubieniu
2. SYHYUNTEMINNTUVIBLHBUAITIAN NALASINUAILEIAAUYDISIFDND
diel a.A. 1912 wusndladsdSedondunu o nssnumtndnduyn @ iieliie

A1SLALIUULATNITNTERWLBANDUNSASENNUBEMBN O, P WAy R 01

SQ+QT =nA (12)
= a ° ca! o aa a ! a ~ ° v A 9 U a &
WD N AY IUIULKIY iﬂﬁﬂﬂizLﬂﬂ%z@gI‘lALWﬁVl OCD HanNNAZMURUINELNDUINALDNY
=3 1
LLUUIN

SQ=QT =dsin® (13)
dle d fie SrezviesyrietuveEEn Wenaunslulladn
nA =2dsin@ (14)

a g I3 s . =~ a ¢ ° )
Senaun19EI1 @UN15U8IWUINA (Bragg’s equation) @efiUsglaauunn @1y

. pRp Y & Py ' PRy v I = o . =
nsanwniilaseasiaduseideu wu ansnilassasradundnifen (single crystal) uagkan
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Fagou (polycrystalline) insigluansuaazyinazdyluuunisisosdivesoznaudy
ANYUTLANIY LﬁaLiwmwﬁmmuﬁlﬁmﬂmﬁmLuulﬂsuaa%’qﬁLaﬂez?l,ﬁawﬁ’uazmamaami
1319ENINUTTLEEINITENI 1A AT DL MO VDIETTH U q Fuduuselovdedrsunnlunis
Anzneiavesans (qualitative analysis) salfsautiniesnieninwesansii q 8ndhe

MIFIUMAIAITIRANTY ¢ a wazA8RTEIN c/a aunsanseyldlagende

Poyadnniasetenaisganunsnduy uazainaun1si (15)

TuszuuAITnTY ALanAY a TAINAULANAT b way ¢ INEUN1SN (15) Weulnl
Tondu
1  h*+k?+1?
o~ > (16)
dhkl a

AUSULAANVIUABNINNTOMUIAIAIOASIEIU c/a talaeiiiAn d-spacing dog, WaY dygo 11

ANUIURINENNTS (17)

c/a:M

200

(17)

Pnuuhteyaannsunlanniasssensisdivelilunismeannsiivemiiewas
waznguUsgivesasmelusunsuyansen (fullprof) laelusunsurlansenildnuuelusunsy

AN 10
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Working Directory: c\FullProf_Suite\Examples, Code File: Type:

20

Q

Date: |15/10/2016

T Editor of PCR Files
File Editor Tools Templates Help  Exit

JdUbwase WHZEEE 1LY 0 X

Information

Title, type of job: Rietveld, Integrated Intenszities,
Simulated Annealing, ...

Type of Patters, profile, background, diffraction
geometry, user-given scattering factors ...

Phaze name. type of calculations [JBT), ATZ,
contribution to patternz, syrmmetry, ...

MHumber of cycles, relaxation factors, access to
patternz and phases [atoms and prafile)

Constraints definitions, adding. deleting,
modifying...

Fixing range of parameters, distances, angles,
magnetic moments and linear restraints

Output options for pattemns and phases:
Reflection lists. Fourier, distances, BWS..

Copyright (<) 2002-2005. JGP - JRC

Profiles: 0  |Phases 0

Ad 10 Tsunsu full prof [18]

- x

Patterns

Phases

Refinement

Canstraints

Box/Restraints

Output

[ R
N
[ Befczo |
[ e |
[ Bz |
[ o |

15/10/2016 | 0:43:55

nsrUIUNTIATIEmslUsLnIuansen (Rodriguez. 2000:1) ulusunsuildly

NSTEUMIBUTENIINAN TR e RlASas e laInMInaaesiukuuTaelATEiengn

AMNUATU VA 1U150101 19 LATIAT 1999981 HAZEIUITONIAIAIAVDINUILYAR FAILIAL

avneu lnglun1sdassgunuuredasiasisasainisldriuysisusiudel

1. nsusuandugud (Zero shift)
Ay Iauiiunas (Background)

2
3. wisimesnuleea (Unit cell parameter)
q

Y a A o | = = v v ¢
ATHAIINNVDINAN G]’]LLVT‘U\Tﬂi('l'ViuQGUEJQQ'J']MLGUN%EJ\TiQaL@ﬂ%qqq@ (FWHM

parameter)

5. dnwagrInILuUINA@yuTeasLsuTau (Pseudo-Voigt factor)

6. anuliaunInsadlaseass (asymmetry)

PaNNITV9UelUTLNTY L1 0UNIILASIEYUS UNasUsS 1l agaz @ 9avin i

Hunswl (@) ManannsAwalurivdeududeyanlaannimaass (duddn) Tiun

lﬂl o dl
YR LEARIPNNINT 11
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<o

Load EditPCR Mode Run Eit

=> Convergence reached at this CYCLE !!!!: CYCLE No. 1

=> R-Factors: 3.53 4.42 Chi2: 3.17 DW-Stat.: 0.6916 Patt: 1
=> Expected : 2.48 1.919%
=> Conventional Rietveld R-factors for Pattern: 1
=> Rp: 12.2 Rwp: 9.14 Rexp: 5.13 Chiz: 3.17
=> Global user-weigthed Chi2 (Bragg contrib.):  5.589
= —mmmm e > DPatternf
=> Phase: i
= Bragy R-factor:  3.597
= RF-factor : 5.547
=> Phase: 2
= Bragg R-factor:  2.188

= RF-factor : 4.%10
=> Normal end, final calculations and writing...

CcCycle: 20 chiz2: 3.17 3BFCO.dat
- 90000 ”
b 80000~ ° LL‘U‘UE‘UﬂﬁLﬁEJUL‘Uu‘ﬂ’]ﬂﬂ’]i‘ﬂﬂaﬁ]ﬂ
E 70000+ .
— a o
. 60000 LL‘UUEUﬂ’]iLﬁEJ']LUUQ']ﬂﬂ’]iﬂ']u'JﬂJ
2 50000 —
i 400007 WNANWNUBINTTNAABDILLAZNITATUI
30000 |
I 20000 \ Hoii2iioga bl amim aradtiananca ma¥m Ka i mas
o 10000 | l
E o | ! (L] ] I [ I [ ] % L
- —10000 i
H T
25 30 35 40 45 50 55 60 &5 70 75
Z2ZTheta

it 11 wdnnisvhauvestusunsy full prof [18]

WATNISIALMDSIUNITAILIULNDAS 1L UUINADIFIT

1. Yeyawanddnuyazianie (Profile factor)

Rp ) YilYoi—Yeil
YiYoi

2. winwesvesloyalagtnin (Weighted profile factor)

2711/2
R — 100 Z |yOl yCll ]
Zl lyOl

3. uNnmeIAIMIAMLNY (Expected factor)

Rey, = 100 [z lym]l/z

4. AIAUQNFBY (Goodness)

(19)

(21)
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2
R
)(2 — l Wpl (22)

Rexp

a Ay a Ay v o w v
o Ao ATdeengailaainaunisindsasstiosdn (least- square)

A ! = Y ]

R
Rup A ANRAEAIUNMTNYRIAIEIATIDE tlodyay 1asiiuvas
R

o PO ANUTTINUNANgAEMTUYATRYA

q

[%
[ [

n Mg MUIUYBITRYATINLA
A o a sa v !
p A UIWMAMLINUTULAS
2 A ! ¥
X° Ao A1ALgNeBY
Y
Yo FIB JURUUTBINTIMRINANTNARDS
Yo P9 JUBULTBINTMAINNNTT1809AT9aT 19T UNIINNTVIARES
= i a s o Ay v
w; fia Anademinilannsnaaes
TpamsiUseuLiisuvenssuunsiavanilaasgaindl R Inean R waidaisasd
"y 1 =% | aa o v v 2 =
AteEN31 15% Jadudnd drunnnmueinszuiunisdaedasaiugliann z* denis
a | i = = = Y a1 v | & A = I a
wilA10g5ening 1 fe 1.5 399z usnndlA1desndn 1 dmngauinlunsdaunsegalanain
iy

ndesganssAUBLanAsaULUUERINSIA (Scanning Electron Microscope) [19]
~ P & ¢ < v Yo A ~
WennaesganssamliaudussnaunwuulduassssuniwarldSaduuudu o 4
FRINALUNITVLILAIN LWFIZAIAIVYLAS AN UDNINNIZTUNUS N WL VD ILAUE LA

(%
I

WusgiuaugAAUveaInlidnie ndesanssmliaudusenauauisaiindauen

Ce

vuzvnzdoinguuindngaliiies 0.2 lulaswaswintu duidwenesauilidiu 2,000
= Y cala % ' = P &
Wi Jsfaeuniuingneluwadfivuadnidun lawnsaueneazBealadndiuduiy
azls eaunlalinisuendifnasoudsivitaduduninind uvesiasuin wWiunldlundos
qanssAmlunuadulas wazliiauduivdnuuaudnszan Bonndesienandin ndesganssey

Bldnmseu
v ca ] = Y dy v o = 14
ndesganssmudianasounvudaansailundesilifnulasaiimsossduseneu
nuRvewadiiaitouazingle InevilvesRusenausing 9 vaswaduieingladaiuduees

LLLANFU

WANNISNANNVDINADIRANTSAUBIENATaULUUADINT A
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Bianaseudgundl (primary electron) 9nunasiniindiannseu (electron gun) 9z
gnisesedngluiings (1,000 d4 3,000 Biinaseuliad n3eu1nni) Nauisausuanle

Mntudagnasgaasgdilosaslagunuenlun (anode plate) melangauduangyinie

v o a a

10° - 107 vo¥ wavdynnsunuwesaudNazUSua18iannseu (electron beam) ldiuuin

dnasiiaunisiinenuduvesdidianaseu ntudBianaseusriasgilesasiuaud

= o v = v o a & ag va o a o 1 = o a &
9]5] GUQVI']W‘U'W]GLUﬂ'ﬁﬂanW@Laﬂmﬁ@UUimﬂmlﬁﬁJ‘q@IWﬂaUUN'Wn@EJ'NW@ﬂ LLaganalana iy

a o =) U 1 = 1 = =
NANNITNUNIIFG nI0f9g9giauInlugae 5§ 200 U lulns Iﬂﬁmﬁ@%ﬂﬁ’)ﬂﬂ’lU@ﬂJﬂ’ﬁ

3

L)

D.

d09n579 (scan coil) vesadidnasouvinnii lunisauauiianinisad ouiivean

a & a

dlanaseuuuifieg1e Jadldaninsadmunlalagdunisyaniuay (control unit) Vg
BLanATEUNTENURIIBE1RLANSUASASEN (interaction) seninedidnaseulsugifuezne
519luingrIefIeg1tazinNTsaElaUNEIUNTUANNENINNURINITERUAS o IlALAA

nsUanUasedgarudiannsou (electron signal) ¥dnmis q eonun deldusslosilu

a ¢ 4'

nsAnwanvaER1veIf g 1sarIATIzRs I dludreg e lanndnvuzdygrunnila

q
a

MNFYYIUBLANATIUTLAA 9 NAATY A

a

(1) dyarunmandidnaseunfend (Secondary Electron Image, SEI) n3a1du

Y
a &

SANATOUNSINUST 3-5 Bldnnsauliad nannuiszaulaidn (lufu 10 wluwss) TagAn

e

U flussBamieBianaseuiinaem

o a

(2) FygradnImandLlanasounseldandu (Backscattered Electron Image, BEI) #30

I3 q‘

Jungudidnasaunagdendsnuliivezsenlugunuiissusdulasnsydandueonun §

%
a = |

fndsanuganididnaseuniegd edinuiaszdudnndn 10 uilues TnetAnlddusieid
LAURTADNA

(3) Ay nanssdend (X-Ray Image, XR) silafidussdiondanzsiaduniu
wimnlwihiiAnandidnaseulussdudulaasene q (K L, M,..) gnnsedu (excited) v
lpSundanuinnneaungaesnanitlaseany Minlresnaudessnuaunavedlasw@ineg
meluogmey TasnsAedidnmsouainduadlavs daludnanunuiiuasdomandsmudiuin
ponulusUad uutndnlwiui ovinlidosdindanui vt ulasiluunud dendy
uiwdnlwihdfenueneduemslusdassnaussfundinuresioidldfadaUsun
LATAMAN

dynnaunmandidneseumaiargnivdsundudygiunmusnguuaeiunin
Ielnesadenldgunsallumsialimnganiudyanaudazain Inevhludyaadidnnsou

nagnildinsiaiavianarafinieauas (Plastic scintillation detector) daygy1aun1nann
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Sidnmsounseiiandualddmnsiatadiduansnednivilnsesnaitdu (PN junction
detector) #3afn 519 nvliAlsTudU (Robinson detector) wagludygianinainsdiond

liinsadvinansnadiiussinn@dmeudiiey (lithium drifted silicon, Si (Li) ¥1n191u

o o
a v 1

Jufvgunsallunsiaseingsuvessidiendianiziiggunsalinsgituiiviawuuyed
e (Single Channel Analyzer, SCA) LLazqﬂﬂiﬂﬁLﬂﬁﬂzﬁLLUUMa’lﬁlﬁaﬂ (Multi Channel
Analyzer, MCA)

N1TRIAMURUIUUY (Density)

AMUNUIMUY YD AdaseUTuInsvesdan i gunniindeq nileves

a

AR LA sadunsusaliadans, nIusegnUIARwURLLNT, Yauasiagnuiaivle,
a [ 1 [ = 4 ) [ 1 = 4 1 = 1 dy 1 [y 1
Alansusegnuaeniuns tudu dusvduiaslananfeluiaglilumitsvensuse

anuiaiufmng Fadianudidynaiiuesined1sdiie nMsondeainnunuwindy

g leju =< a a v 1 (Y (% ! g dy = =t
A3 TadaUsednsamlunsdautuiivesianlusenitetunoun1stusy Jegasaldluns

(%
CY ]

Awrnludieunsnidilugnismeinunguvesianlnanae

'
= 1

N13MIAIAMURUILUUTBITUUTUAENS NN15VBI813ATRENNE1LI “Wllogu

vosudsatluvaanarvziinsaneuinTuuuvewdany Inausmgsninduasiiawinduiimn

Y9IVDUNAINNUNUA A 8UTUINsVRIVBITe” FFn1slvildlaenismieuavesingly
91NPkALUMENINRL Y
' e (18)
AURUIMUY p=—— @ pg
Wa _Wfl
e p e Aanuvuwivrestuny dnbaduniusegnuiad wufiunes

Py Ao Aenuvwuduvewesad Inheduniusegnuiaiauiuns

1% i
= ) v 4 a =

W, Ae dmthuisvesdiunu Imheduniy
W, #o dmdnuimedueiluweaan Smheadundy
drumsmanumuivvemenalunsdiinsuliunsiuiueuresveudeasliy
anunsamlaain
pq=GIV (19)
Tnofi G fo wsmesiiAntutuvowds mheduniy onldandwinees  Fusuly

INAAUA YU MUNVBITUINULUTDIVDIMEAT)
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V' Ao Ysumsvewewdiijuatluveanad Snhadugnuisiwufiuns
AMSUNIMIANURUILULENTNS (relative density): ] U a@wnsaAnamlanuaunis
#(2.8)

. (%) = (&J x100 (20)
P
Wl o, A8 Arenumuwiuduivs dmhedudesidud

A 1 1

py AR AAIEIRILTeITueL dndieduniuregnuiadwufiuns

pe RO AAuLUulunguivesats Inbeduniuiegnuiadaufiuns

2.2 AIMUNIUITIUNTI/ETAUNA (Information) Tiieadas

Barium Titanate (BaTiO; (BT)) ceramics

wuiSeulnniun BaTios WutaqwilsdidnnInuasifoledidnnInvidausni
fundudmsumslfrudondud wasdaddtuogunsuats Tnsameetiedsludaiy
UszlaBianninas dsud (sensor) Mt (actuators) wawsiuUasdayaas (transducers)

Jaffe wazpAmy (1971) [11] waz Haertling (1999) [12] laAunuuazyinaaugila
RendumslsdidnninuaglndledidnninlunuFoslymiun Jesiomnldymalugnisiamnvan

wdinslsdidnvsnuseanlvg A8lessaranessonalng

ML PIEZO PE2ZO PIEZO ELECTROSTRICTIVE PTC
CAPACITORS GENERATORS MOTORS ACTUATORS ACTUATORS SENSORS

) (55 )

FILMS

a g

A 12 nsUssgnaldnuluiandidnnsetindwsfinuuuiandaduaziay [12]

q

S. Lee wazauy [20] laAnwAeinun1s&aas1zyt BaTiO; AR8ATEUIUAITTNTA

WAEANUAUNUSTENINNAVDIQUNYI T2EIAINITOUTOU UALINIIEINTENING Ba iU Ti
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HAT LAAILNUNIN AT 13 wanelmiunanIsATaUAToI0LMaNSENINg BaO wag TiO, way

ANHANIaNITaEaNele AumMsUdsuLaRMngl

2000 0 ¢ v e e
~1923°
1800
L BaO+Liq.
C 1600 - _i569°
0 Ba, Ti0,
;’ + BT (Hex.) | 2
= ~1460° g
2 1400 |- < ~1393
td
Ba,Ti » :
E ," 'O‘ﬁ [ BT S.5-BagTi -0, 0], S Ba,Ti,0,,
o Cub. BT S.S. ~ A= i":‘ +TiO
E 1200 | = e £ I
g BIO"'BQ:T' 4 = ; .!'BaTi,O,* ----- 5 ...:jJ}_(’_”__.,
[ - %] cub. BT SS. | =Tii0° 1
< Q| & .
1000 | () 3 e == BaTiO
2 5 ¥ [ ] =S i
2. & K [ +Tio,
€ [ E
800 | 2 3 =1l §
1 " 1 " 1 A 1 A 1 A 1 " 1 A 1 A L

0 10 20 30 40 50 60 70 80 9% 100
BeO mol% TiO, 1o,

AN 13 WNUNINWETDI3ZUU BaO-TiO, nelaaniziindausiee [20]

Mertz wazany [21] laanulasasialauy audfladdannsn wazaudmmslsd
@ a . = a a a a Y < ] a
WANN3NUes BITO, Wuunaniae lngnginssuvedladidnninuandliiiugsgumngiinig
wWasuawazlamusianieg Ao [001] [011] wag [111] Funwrvesnun1siUdsunaann
Adnluilummszlnda waselnuealuilusasissentn wazesslssaudnluiduseuludnsa
yananddanlmiuamnuduiusvadlnanlswdunnetuesmidudndiusiidanive wuin

Ty Aananalunng 14
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Rhombohedral Orthorhombic Tetragonal
P, //[111] P, // [011] P // [001]

-
o
3
o

6000

4000

2000 F

Relative dielectric constant

-180 -140 -100 -60 -20 20 60 100 140 180
Temperature (°C)

a v 6 1 14 = 1 PN a a a o o o a .
AN 14 ﬂ??ﬂﬁﬂﬁi%%’)ﬁﬂiﬂiﬂﬁ‘i’]\‘i&laﬂLLﬁ%ﬂ’m\‘m‘lﬂ@Lﬁﬂ%iﬂﬁuW‘ﬂﬁﬂU@m‘W{]Wﬂ@ﬂ BiTO;

LUURNANLAET [21]

AsUSunAsaNURvasuuBaulnnIwua

nsiAnselooauiiiuszquwiniu (sovalent doping)

. Levin uazAniz [22] dunsizitannelsdidnn3n Ba,Cay,TiOs(BCT) fi x = 0-0.5
way Ba,Sry, TiO; (BST) 7 x= 0-0.3 At U da Uz el Lazissuiisunavesnis
wnuiilosousening Ca2* wag Sr** fisdunuseznon BaZ* Wu31 BST way BCT 71 x < 0.3
wanslassadrauuumszlnida uas BST 7 x = 0.3 wanslassadiauumdn Usunnsveamiag
wadanauile Sruway Ca Wnidy widlousina ca Windy Qunalia3 (To) uazaudummnsy
TniavesndnlaiuAsuutas Tuvausdl Srifindy guvgind (T warmuBummsslndaves

NANAANAIDYINUIN AILAAILUAINS 15
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o4 o..\' » 8 6 8 , BCT 400
b, 2 1.0101 o)
& ez 0y BST =
< W o e © . -3509
D 60 Py, %« re = S
g BCT by - — BST . |_o
S 581 ..
" % (@) B (b)
56 a - b o [0
e 100 =
00 02 04 06 08 10 00 01 02 03 04 05 06
X X

Al 15 nsmlanuduiussnineUdina x lussuu Ba,Ca,,TiO, (BCT; Aun) uas Ba,Sro.
,TiO5 (BST; @) fiu (a) Usunsvmihiewwad (b) 8518 c/a (Finas) uazgaungiles (TC)
(f1v) [22]

yonaniluszuu BCT Smuin Wiousunm Ca windudsnaldnisinalsisiududn
dindu (Funneinszegnssdnvesozaon Ti 1ngagudnarslubuafiedtuunu o Aidua
assfutuiusyuu BST fifllnanlswdudusanasegraiuladn wWownnuaves Ca Ay
szgnInszdnveteymen Ti :Ingarudna deduiusiuanuAsenseninsesnen Ca O
way Ti Fetpudaiuusuinsniiswadfuvunlosou unlusmed Srifiud udwaliszes
N324n Ti anas

L. Dong wagAnsy [23] Seunmsiivausiladidnniauaslndledidnnsnvasesiiin
xBaZrO,(1-x)BaTiOs i x= 0, 0.04, 0.06, 0.08, 0.12, 4@z 0.18 WUINISUVUT Ti** e 2r**
Tugunis B-site uanspnduuszanandledidnnsnldiiuwhiuwsifin PZT-8 PZT-4 uas
PZT-5A \ilaaan BazrO; uandlassaiauuudinlugaund Syunsiin BazrO; Tsdswasie
mMsdsuulasweslasaine duaaslunmdl 16 anua XRD lassairdlu BaTio; u3qw’
wanslassasanawuunselndaifudelauuwuy 90° waz 180° Wundn luvasiinisiiu
BaZrO, wanslasadnauuvesslssoudn (x=0.04-0.06) Aflkilalamunuu 90°,180° way 60°
waziioUSunns Bazro, 1iiusnniu(x=0.08-0.18) uandlassadrauuuseslusndadisuislay
WUU 90°,180° way 71° G'quawﬂI@L@JuﬁifimﬂwmsJﬁudqmaiﬁmwaiwaw"l,sﬂﬁqﬁ]{ul,l,azauﬁﬁlwﬁisﬁﬁ

lanniaiindu waAnssuladianyniavesnsiiiy BazrO; adlu BaTiOs AN 17 LaAINS

a

= a a a = Y o o
a@qm%ﬂm@ﬁ IUSUQJS QmﬂﬁuﬂqﬁLUaGULwaQUﬂQQcﬂu LLaSQﬂ‘Uizﬁqum"lm’JﬂﬂUW x=0.12

1119997nN150ALTUYDILASIASI BT 1nn1sunuivee Zr* vilnlessas1sflvunlules dana

[V
1y a a 1

AU duiussEniNgianinaINNTgouLsIveINITAULAzNSAaEAIvRIlATIATe vl

Y

Uihamiimsasuvedlasiaivunalulasiuaninisnevausssialadidanyisngstu 8nvianns



Wi BaZrOs FauanangAnssuiuuaaisiuanesinglsdianvin uan1siiu Bazros 7 x <

0.18 diluiisanasanisilasullidusuanwasinslsdiannsn

A 16 wnunmlasiasialanuey

100000

10000

Dielectric constant

1000

Temperature (°C)

150

100

-50

-100

(o)
o

”~
'
”~

-~ ]
Orthorho, © j

-mbic ¢«
/

Rhombohedral

0.05 0.1 0.15
BaZrO3 concentration x

0.2

[y

vgaumniiuazUsua x Tuseuuwsiin (1-x)BaTiOs-

xBaZrO5 [23]

100000

Heating

x=0.18
x=0.12

x=0.06

10000

Dielectric constant

1 L Il

1000

0 50 100
Temperature (°C)

1 1 1
50 100 150

Temperature (°C)

150

AR 17 Anuduiusszninaasiiladidnniniugnmgiivesesiin (1-x)BaTiOsxBaZrO;

[23]
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Y. Yao wazAny [24] Usehngwsiiin BaTiOs-xBaSnO; (BT-xBS) Ae35U AN
amuwawﬁﬁqmmﬁ%uma% 1400 perwadea Wusseznan 4 Falus nuinusunm x
dawasolassadaa fuanslunnd 18 uanalalnesunsuesszuy BTxBS Usnaumasiu
W4 4 wla (quasi-quadruple point; QP) Aran wzeaumdliiuaznisideauudediond
(XRD) vosusiazU3uas BasnO, wansliiugaandiladidnyia figsninwsiiin BT 6-7 i1
fl x=0.11 uenanilU3mames Sn fign QP SailautRlnaledidnv3ngsda 5 i (697 pC/N)

Walgunuwsiin BT

140
(a) 120 (b) 10 288| 6BS| 11B8] 1588|
100 x10* ar”
80
~ 60
g z
4 "~ > 1 c
2 2 £ T/lc| R c |rllec
8 E
z g
§ - T o
= 40
o
50 0.1+ "
< ’
100 e —— e e
0.00 002 004 006 008 010 012 0.14 <100 0 100100 0 100-100 O 100-100 0 100
BT-xBS temperature(°C)

Al 18 (a) uunlassasalanas (b) Aan meeunidlng fudana x deqluszuy
wsin (BT-xBS) ftuegiugmumgii [24]

uananiluszuuiiedrefuly (BT-xBS) Aseaulae W. Liu uaganz(s] nwdl 19
uanainalunsuuasuiunmsiutureselwdleBidnyinuesssuueniin BTxBS nuinis
W Sn UTuAR x=0.09 LezmﬁﬂLLammé’uﬂizﬁwélwﬁIsdﬁLa“ﬂvﬁﬂqmm (920 pC/N 7
gamgdl 50 °0) TuuTnauasiusyvineeslssendniummsglnta Fannnirelndledidnn
snilgn QP vesiwsfin BT-xBS usnanidinuiaisamslnihgs uazBaime3tavunadnds
WUl x=0.09 Fanavesnsnevaussvedlndedidnminluiagieitestunisiadouiveslaim

a | a a aa o [ ..
LaZUIAUNETINVOUNANS LTINS NATNNTANAIUBINUNNE 19U (energy baririer)
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(a) 120 ()00 _
2Sn-BT]
soof , 25n-BT]
100 1000 = .7.‘ i h .:
s so0f wr e, . 6Sn-BT|
80 (p(/N) 1000 L | :;7.;
o 09001000 ~ [ ... 8sn-BT]
> #0090 < S
2 & 700-800 &1°%° % T
§ 6000 Ssof T 9Su-BI]
§ 40 S00-600 1000 ; R -
; 8400500 o[ - 10Sn-BT]
| w300-400 R
A 1200300 10 T
11Sn-BT]
= 100-200 500 |- —I
0 u0-100 0 L s el S 5
0.00 0.02 0.04 0.06 0.08 0.10 0.12 S .
xSn-BaTiO;
P o 3 a a a a
29 19 wrunlalnerunsularseAuturelndledlannsn (dss) Ya9syuuwsin BT-

xBS [8]

nstumelesauniiuszsniu (Anisovalent doping)
NMIUSuusaeslin BT menisinlessuniivseywiiunudl audanislnii e
d' % v :j a ¥ 4:4' 1 1 o =2 [~ = d! &
n1siasulakaslassasne duluniswulessumeyszynliviniudadudnuianadenty
nsUsuusanudAvawsiin BaTios Tn8uUI9aN U UADILUUAD milﬁulaaauﬁﬁﬂss@ﬁaa
| a aa | = ' a Vo | a
nIwnuilopauniuszauinndn Teni1N1sALLUUNSU (acceptor doping) WaEATSLAY
lospuniuszaunniunuilessuiiiusyatesnit BeniMaANwuuglv (donor doping)
nswsuUETUlu A-site
Lou wagAme [25] Ww3uwsifin BT AN Lit (Bay,Li TiOs,/,) NUIWAAUBUANT DY
2 | i a v o | v wa a a &
Yaslalnansavesineandaululasiasanan Yedmanalaseastanawazaudtndladdnn
3n wonaniidounnisavaslalnailiindu n3inisedeufivesdslauudumaliiininug
ANDITALUULIURLNSISDLANNSN wanandnisiy Lit asluwsiiin BT As1eeulae C. Meric
o Y & a1 A a2 a A = a X ) = aa
[26] Sauanslviiusniteaanladidnnini Te @y P, WL E. anaeuazanyusdamoida
WuAmasy ey Lit

S. M. Yokout [27] duasigsiwsadin BT fifiusie Na* sedsujisenaniuzveuds

[
a =<

WUTMAVDINITUNUD Na* lu A-site denaliipsiladidnvinastu ssuieldaienisinanls

wiuwuuduwewilea (interfacial polarization) MAN1NT997119990FLAU (Oxygen

a

. o Y a [l ° o v a a a1 P
vacancies) vibiiinanuldaianensliil vilinsnevauestladidnninidwiniian
a0
AR

msLaNwuUglily A-site
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J. H. Hwang wazamz [28] 189UNavean1sunudl Ce* aslumunia A-site 84
w5180 BT (Bay,Ce, TiOs) WU ybiian1synwetasindlany %qﬁﬂlﬂéwqﬁﬂﬁummﬂu
2w Tumensaiudnu Tunisidu Y2 Tu A-site vaa@s183n BT s1e9ulag P. Ren wazaeuy
[29] wuinsyawesedianaseurlininnisiilwihdmaliindnsagydeladidnving
Fanafiumnsnaszarinemslwihdiinandaiilesouiiunnsessning Ce> uag Y3

F. Han wagany [30] USuusslassasiamauaiveawsiin BT men1siius1avmienn
(BagseRo0aTiOs; R= La Ce Nd Sm Eu Gd Dy wag Er) wuindlewdiulessufifivuindnasiy A-
site 1 Dy®" Gd® EU*" way Sm* vhiliigaungiied (T0) getu luvnefimaiusaiiloouwua
Tngatly A-site wu Nd> Ce® n3e La® vili Tc anas uandldmaning 20 s T fa
Avitesethannrenisindeurstaninlulassadiawdn venaniladidnninduivites
funsdnifeuvedlassadauasndsnunisdudassly Bsite iinanauldiaiosveusas
looau wu La fadesawetraunnly A-site luvauedl Gd Dy w3a Er mmmmagﬂéfﬂ% A-

site Wag B-site wing1alsinun1snszaneves Gd Dy %se Er Sapsuansnaiy

12000 =
—s— a o Dys—"
b —.—-‘ :e L 100 s Eucd
——Nd = 50} L-__ﬂ_f;/'\'g
9000 - —v—Sm 132 730 128 1.26 1.'511 122 120
—— lonic radius (A)
[ ——Gd Pure
- —e—Dy BaTiO
W L
6000 Er 3
3000 |
i @1kHz
-50 0 50 100 150

Temperature (°C)

o

Ml 20 AuduiussznImailadiannindugamgll dmsunisiusinmenntuesiin

a dou o

BaTiO, sUaulunansauduiussemivaumgiesnuseilossu [30]

Y
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nsWAnLUUESUly B-site

WwIANIUIEUY BaTiy,Y,Os,(BTY) Wudmnisiu Y>*

No

X. Wang tagany [31] Usehy

e B

U 199NAURAUNANLANINVUIA LD DUNLANFS

2,

asly B-site 11 x<0.005 gaungilaIiiy

fiu Niranefuszuy BCT eosansallooauwuas Y>*=0.9 A 71 CN=6 way 1.234 A i CN=12

Feegsyninedrilooauves Ba® uay Ti*" (1.61 A wag 0.605 A) fatiu Y** anunsounuilans

A-site uay B-site Joilminaudalouveswaniielulaseasne wiodrslsinunavesnis

WURUUE SUYlAndounnTeans 0¥ 0931980nT1aU annSgedsenTIunFunesiie
a o v dy 1 Q’le 3

gaunilanad yinlviAnanmeaumeliihgey Ystisnnuduauiu

Tupsdlvasloosulaneniuiddudaiiusyy 2+ waz 3+ wazanseilosauvuindn v
ThTnazununlu Ti** wagsihminmidudasu lnganiy Fe uaz Mn AlasunisAnuiagig
N1190714 Wesnausavsvantdhveswsiiin BT laegedliusz@nsnin n1siintesing

a v a Y o dyo v v =2 1 = d‘ “« . ”
pangLauslgnsiuLuuy sudvinlindslawugndauazeinianisindaud (“hardening
effect) wsnfinlugunuuilanunsailuvszendldiulndledidnvsnnsuaigesiazientio
WOINFANDITARILANITNTFIIBAMUINAINUGY wennlideiilonaulanensudtudugi

a a o A < Y [ a o ]
annTsaadgeandiaukazn1suibiih luusseimeiduiias nasiniswnwsiin BT whlud
anuduauauimingdmsunmsussendldludaiulszquuumsniinnanedu (MLCCs)

M. Prades wagamig [32] Anwin1sidsn Mn®* wag Fe*' asluwsniin BT N9uwnas
1000-1400 °C launuil Mn*>* w38 Fe’* aslu B-site wun1silegvaslassasisiuuianaylniia
(hexagonal) &alassasetifianumneanegrsnndenisunluussendliluianussinmnsls
dnuazuuniladidnninfiusz@nsaings Weaswndanimanuduudivdnuuuseus) N3
wWasuwladassadeliesurglanenind 21 Faandiiuinlaseaduuuenaglndaly BT
gninSeulanaaumngidunes 1460 °C luvaeinsidiy Fe uas Mn®* angaumiidunesiy

AsdAIIEAlATIEsaRUULEnaslndaty BT 1o



34

1500

I~
1400 { o\ 8~ ~.a a A
- hexagonal
CI- N o~
N e
o 130040 ¢ . . . . a a
s N S
@ o o o ) ~—
3 N, T~
@ 120040 o o <] o\\ . . . ~a,
é‘ ™ N cubic & hexagonal
= 110040 o o o o o Ne . .
cubic .
100040 o o o o ) o o\\ .
900 T T T - - - : - - -
0.00 0.01 0.02 0.03 0.04 0.05 0.06 0.07 0.08 0.09 0.10
x in BaTi,_Fe O, ,
1500$
{‘\\-\ -
~ T~
1400 { o O O\{ . .\0\ & <& <
N ™S - hexagonal
\ ™~
© 13001 000QC O O ® ® L -~ © &
< \ -~
g \ ~o
2
® 1200{ cooo ole e . . o
E- cubic i cubic & hexagonal
© 11004 ooo o ole e . . .
I
|
1000 000 O Ole @ [ ] L] [ ]
900

T T r T T
0.00 0.01 0.02 0.03 0.04 0.05 0.08
xin BaTi,_Mn. O, .

ANA 21 druAMANFUTUS BRI INaYeIUTIM X Augamgiiuaglasasiavlaves

ansazaneveduds BaTi, Fe 0,6 way BaTi, Mn,Os5[32]

nsiaNwu Ul B-site

A. Musharraf wagamg [33] 1Au Ta*" asluszsuumwsifn BT WuI19u1aLASUanas
Tuvaziirasilddnmsnifiududeiiy Ta* Wnanravesnudadeureands A
uansnsserineafilooounazdounnsesiiinainuszgimaniu

P. Sharma wazAme [34] 1ix Vanadium (V) asluwsifin BCT wudinsunudt Vo lu

a a

B-site aAn15ia3guiAulavotnIUAiuAIIUILYULAzIgUMAdAS Faludiansidy v
tepqAasiladianyn3nanas eddaaiuawinnsy uadle V 1 nTunarestosinelszquan
wardounnses vliladidnningadu uenaNiin1sanadvedreinnuesendiay ann1snas

voantalauyintiauulniiavans (E) anag
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unii 3
A5AHUN1TIe
asadiillunmaass

1. wuiSEuA§Usium BaCO; AMALIENS 99%
2. lnmidleulaoenles Tio, ruuIas 90-100.5%
3. fiyn (V) senlst SnO, uuIans 99.9%
4. Atsuaniuaiun Li,COs AnuuIans 99%
5. uaun1iu (1) eenlys La,05 mm‘u%qw'é 99.98%
6. MLULALL (V) Donlen V,0s mmu%qm‘é 98%

7. @savaglon1uea (Ethanol absolution) AINUIENS 95%

gunsalildlunsmeaas
1. 1n3esdauuuaziden Satorius AG GOTTINGEN type Fabr-Nr (A2UANN15¥1974
sersasdidnnseind) litanaldunianliiiu 310 n3u Tnednuaziden
0.001 n3u
2. §ouans 8o Memmert D06057 Model 100 gaumgiiluniseugagn 200 s
\aLTe
3. nsgdomaainfililuniswauansvidelndwesuazinYnain Tneddusu
AUENA1Y 10 WURIAT AINE 10.7 IWURALUAT
. HinungoensnauilidurugudnarsUszana 7 fadwes (ddwau 250 Wa)
: m%aﬂNamwwmﬂamwuaﬂuaa (Ball milling)
. Hot plate dmsulalunisvinluanssziveeen
. Magnetic stirrer @usuauaslmaiu

. YOUANEIT

O o0 N o u» A~

. Uninesuun 250 3%

10. Unin@svua 1000 3%

11 uslfiant (Punch and die) Tlunstugtiesdin

12. nsganwilegd (Foil)

13. Lﬂ%@ﬂﬁﬂlﬁiﬂiﬁﬂﬁ’l%%U%ugﬂL"Zﬁ’]ﬁﬂ dausenulegaan 1000 kgf/cm’

14, 1 @NES
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15, A3 AT IENIs A IULYeSEeNd (X-ray diffractometer)

16. Nd0IanssAIBaNAToULUUAINTIA (SEM)

17. 1394 LCR dmsuinaut@ladidnvin

18. 1509 Computer controlled modified sawyer tower circuit principle @%5u

YautRwmslsdidnysn

F’/N15NAang
T UNDUNTTLAS IUNINE NLALLYSIT N [(Bay,Li,Tigo;SNg 0905 BLITS), (Bay.
«Lay,Tip01S0.00;BLTS), (Ba(Tipe1SNg9)14La,O5;BTSL) wag (Ba(Tig91SNg 00)1-
V. 0,BTSV) fs1eazidundasiolil
AOUT 1 MSMSBURIKNEN BLITS, BLTS, BTSL wag BTSV
1. F9a156afu BaCO,, TiO,, SN0, ,Li,COs, La,05 Wag V,0s Ingldianiausuna
ANTEUNUS
2. thasilfumauiulunszUesmanadinfiiignua (2r0,) nssnaufi f1duru
Audnansuszanal 5 fadwns Inetfueurusaasiuliviouasdeielasnan
dnuldfs sty Dannlvadn wwfaudailunsuueiesuadesuuugnueaiu
a0 26 Filus
3, flonsu 24 %Laimué’ammﬁawumzLmﬁammﬁmaa&@uﬂﬂmaiﬁaé’mwﬂsuaa
HENDONANLTAUA K239 magnetic stirrer @wsuauansiiiniuldasludn
ma%uﬁaﬁ'}mzmwmsﬁﬁLngmﬂmdau%ﬁﬂﬂmgwul,wiuiﬁmm%’au hot
plate ioszmeaniueasen tneusuliseuuszana 150 eswnwadea
4. \Jevi i eniueasumesanainasiunuauds Fahaisluvniseulneld
gaumgdl 120 ssmwaidea Wunan 6 alus wieauninansazuis
5. ¥hansfiwisdautualegldasnnen (agate) 910t uihweansi Lo dnun
(sieving) itelilduunafiasiname

a

6. hansilalaludigegiun inlvuealeidluniwn Ngamgll 1200 semwaldya

Y

Wunan 2 92l

aeudl 2 Maw3euwsin BLITS, BLTS, BTSL wag BTSV

1. YWaWan BLITS, BLTS, BTSL way BTSV fuwupalsidlumoudi 1 unldduseanu

(PVA) 3 wt% waulunseUeanarainiiiignua (Zr0,) sUNTINANNlidunNuY
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AudnanaUszanal 5 dafiuns [W9uiu 400 Wia Wneifueniuealiviouans
mﬂﬁ?u%qﬁmszﬂaqwmaamﬂwum%wmsJasJLLUUQﬂUE)aLfJunm 24 4l

. mansasuumzunsImniineguudninesiduviavdnegdnilu edsuenves
wameenndavea winhansiilaludslivuuiuldeudeulneufuamuson
Usvanas 150 serwaidea auenueasymelunun anduidansievi
gaumgdl 130 asmwaidea Wunan 6 alus vieauninansazuis
 thansiildanualagldasnuen (agate) 9ntunhmeasiildandavunn (sieving)
uldnsansiiaziden

thansndadugulngliaruduil 80 MPa iunan 30 Jurft Tnewiawsiing
VAFURUAUENA1S 15 TadInT

_@ua1u BLITS, BLTS, BTSL way BTSV ﬁs'?gj}ugml,é’a m%’m’%aﬂﬂuﬁwaqﬁmﬁﬁ
i UalnenFoadudundusartuasldanesgiununduly
 théheegiiuiwieslude 5 widumes figumgll 1350, 1400 waz 1450 o
waidea (Junan 4 alug

- wdnnnsendumesud tidawsfinflduiasaaeulasiadwdndenses
Jinseinindsauufediond (XRD) Tassainaganiadiendesqanssmy
318NATULUUABINTIN (SEM) nsadeuansiladidnnindiewndos LCR way
audRuslsidnnindieinies Computer controlled modified sawyer tower

circuit principle
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BaCO, + TiO, + SnO, + Li,CO,/La,0,/V,0,

v

KNaNUATUAEREMEgNUeA 20, Wuian 24 alus

v

auansbiiniuldastudninesee magnetic stirer vitliwiuarauluwnammgi 120 °C

A

ualngldasnuen (agate) nutireansTldRAvLAR (sieving)

A4

-:i = =i 0')
whaleiluwien Ngamagil 1200 sarugaided [Wual 2 9l

AT 22 Lus T unUNNTIATULHANED BLITS, BLTS, BTSL tag BTSV



39

' N
UuaREn BLITS, BLTS, BTSL way BTSV fwnwaated tay PVA 3 wi%
LLﬁEUE}ﬁL%UL'}ﬁW 24 ‘ETL’JINQ
. J
' o
vinstugUinelininudu 80 MPa
\ J
' e , 3
BLITS, BLTS, BTSL wag BTSV #itugdudn wnduines Nguumgil 1350, 1400
Way 1450 asrwaldud unan 4 9l
. J
4 N
WATelATIas1aNENAILLATEY XRD Anw1lATIAT199801AMIELATEY SEM
\ J
f N
AnwautRanns nuazautRwslsdidnnsnveawsadin
\ J
f N
a5unan1InaaDs
\ J

AW 23 uuseiuneun AT Ian BLITS, BLTS, BTSL tag BTSV



40

unii 4
NaN1INaandLlazn13aAUIe
4.1 w3130 Bay,Li,Tige1SNg 0005 (BLITS)

AN 24 ULEAUUTUNTE8UNVRISIAL0NGUR1931dn Bay,Li Tios:SNo 05

=

(BLITS) 9 x = 0, 0.01, 0.03 uaz 0.05 ﬁqquﬁﬁaq Ny 20= 20-80° WU ITNWAR
Tassafranesonalndlunndegis iwsidindn BLITS 7 x=0 uwanuvauIanslaglinuina
uwanUaou Tuvniil x=0.01-0.05 windinuanawlalsivians lneflfosazauuiqnie 98.0,
97.8 waw 97.4 wWaesidud 1o x= 0.01, 0.03 wag 0.05 Muddy Snvisdmuilaulanyasy
989 LigTiO4 (JCPDS 00-026-1197) Gauandliidiugn Li* gﬂf\i’wﬁmmmmmaduﬂ’ﬁazmaLﬁa
Li* USanmugstiu ns¥a XRD anansau3suifeuldfulald JCPDS 01-075-1608 way 00-003-

0725 Feapnnapdnumlanasisseudn (O) warwmselnua (T) Auaay

+ L1, 10,
x=0.05
Q x=0.03
c
0 I PRSI IR N W B S
,.8 x=0.01
3 RN A A
B\ x=0.00
o p—
v
QG) AA—J;.,,WJL., A JL A A
JCPDS
E = R 01-075-1608
e g ) |3‘ ; "
N
j\ Nl
20 30 40

20 (Degree)

A 24 wuusunisalifeuudiendveawsiiin BLITS 91 x=0, 0.01, 0.03 uaz 0.05 7y

20 = 20° 94 80°



41

WBNANTUINITADMIVaWNE UINITUSULAIS NIanuN i eILASIZNENS1dIUVD

wWiaeaslssoudn (O) wazivimsylntda (T) vouwsiiin BLITS Inanslalusunsy Fullprof Tun

o
a

Fnspilassaamdnuazamnafinesaine Safeyamendnmaniiieitesamnsamle
niuled Cystallography Open Database (COD) thuuuinasslassadrunaeeslssoudn
wazmnselnifaveawsfin BaTiO, 7ifl space sroup WJu Amm2 wag Pdmm mudidu wnld
Funvudassdusulunsuivuistaya XRD msusuiiundsgnadrslaetaddunun
Chebyshev Iummsﬁﬂ%’ugﬂsﬁﬂﬂﬂw&msjﬁmumé’wﬁﬁsﬁ’u pseudo-voiet [35] @eilaridu
pseudo-voigt L uN15TITLdUvesHlenidy Lorentzian wag Gaussian ﬁiﬁé’j‘lumsﬂ%’ugﬂiw
vosfia AnuAmigUsTnnudiAuldRvessUsy Taed R, Aonrunindedevesdoya
Rup ﬁammmL%aﬁamam,l,wgﬂmﬂﬁmﬁﬂ Rexp PRANAUMGDAIAMING WaE Y AoArnsiad
ANTOAIAINGNABY INNITIATIEVINUTN R <18.30% R,,<23.30% Reyp<14.31% wae Y ’<
3.33 (191971 1) Fawansliiuinfiedildanmumauarnisdanadifulds amil 25 wans
amnsUsuliEennadveauuusUnsEsuusAlendueaesiiin BLITS aeum 20=20°-
80° nafildneliiftuinesnin BLITS Smasiusenineeslsseudnuavivimselnda nanside
wusnesiin BUTS Mevuauanasiuszainenslssondnuazimmsslnta lnawesGusia
o9 T diindu a9 16 18u 38 o x winTuan 0.01 1Hu 0.03 wdmdwintuanas (M3

1)



Intensity (Arb.Unit)

Intensity (a.u.)

7000 - - - . v . -
6000 F E
F (a) © Experimental data E
5000 — Calculated data E
E — Difference ]
4000 F 1 Bragg position of tetragonal phase E
3000 I Bragg position of orthorhombic phase 3
2000 F . E
1000 F : ; E
oL | l ) 1 Lok g
El I 1 I o X H
Fl 1 | ] 1 I I nn
4 " i " A A 3
I ! E
20 30 40 50 60 70 80
20 (Degree)
10000 - T T T T T T
: c) ]
8000 r ( o Experimental data 1
L —— Calculated data ]
6000 - — Difference q
L I Bragg position of tetragonal phase
C | Bragg position of orthorhombic phase 7
4000 - b
2000 ] 1
ok N N
| | 1 1 | 1 | I R N R
Cl | | I 11 [ I N I B e
E + v ) =
20 30 40 50 60 70 80 90

20 (Degree)

Intensity (a.u.)

Intensity (a.u.)

a2

10000

8000

TTTT T

6000

4000

2000

T T T T T T T T

o Experimental data
— Calculated data
— Difference
1Bragg position of tetragonal phase
I Bragg position of orthorhombic phase

I A AR

T[T T

PP PR

20

=
=1

W 0 e 70 80
20 (Degree)

6000 = (d) ; E
£ © Experimental data B
; — Calculated data ;
£ — Difference ]
4000 £ | Bragg position of tetragonal phase
E IBragg position of orthorhombic phase J
2000 £ E
E A ] E|
| L o
El | [ I
Iy 1 | ] [ momomromg
E A ) A E|

N
S

40 50 60 70 80 90

20 (Degree)

AW 25 BansUSULASnasueaws iin BLITS 91 () x=0, (b) x=0.01, (c) x=0.03 wag (d)

x=0.05



8¢10°0- =M 9960°0- =M

12170 =A 19980 =A %g821="Y
0,50°0- =n 906.°0- =n ‘%01 12=""y
YbS69'G =2 $S00'T1=e/2 %01'5T="y 00X
29 8¢ Y1£69°'G =q YITHO'y =2 ‘002=,X
y0z0'v =2 ‘Y0610'p =2
§100°0=Mm vS20'0=M
ShH0O0=A Y6IT T=A
0960°0=N G£9,°0-=n %8 11="Y
¥9689'G=2 S100'T=2/> 9%609'12="y
‘Y160L'5=9 YS§2£0 =2 ‘%01 L1="Y 10'0=Xx
18 61 ‘Y6.L10p=e ‘Y1920p=e ‘cee=X
L100°0=M L610°0=M
2050°0=A 9p50°0=A
1950°0-=n 2£80°0=N %TEDI="Y
‘y 8189'G=D p166'0=e/2 ‘9%0'22=""Y 0=x
‘Y 1889'6=1 ‘Y §966'¢=D ‘9%0¢'81="4
b8 91 ‘Y 8010'h=e ‘Y 60€0'v=2 ‘Le7=X
cwwy wwipd cwuwy wwyd
si9)oweled sulay s9)dwes
(%) 95ejuadiad aseyd si91oweled 9)1joid

GO0 281 €00 ‘TO0 ‘0 =X rtw S1119 Cmrwm&D\er%mgw&?m&wm\ga@j rwrﬁmagdmrwri WYELILBEIRWINENELURLY JUX @W@@wﬁw@ﬁwrcmz T BLELW



144

G000 =m

1¢C1°0- =M
19L0°0 =A L€G90°'T =A

18800 =n 50€Z°0- =n %8e€1=""Y

y1589'G =D 518610=2/2 ‘%0g €2=""

Y0L69°G =9 YL1€0p =2 ‘%06'L1="Y 50°0=X
1L 6C ‘ye810p =e ‘Y.,280p =e »qo.muwx
zwiuy Wipd iy Wiyd
sio}oweled auysy s9)dwes

(%) 95e1uadiad aseyd si91oweled 9)1joid




AW 26 1A5985199a01AT09@ 513N BLITS 71 (a) x=0, (b) x=0.01, (c) x=0.03 wa (d)

x=0.05

AN 26 wanlATIATINIANIAGILNADIFANTIAULUUARINTIA (SEM) VaINUHIYT
0 BLITS N61UN15TALILAEAAA8AINNSDY WUIWNSUSINNTNISNTLAN8R bl daeaue

waefigusnaliwiuey wendindl x=0 Sinsuvwialg veuinsulidawy e x divdudu 0.01

¥ [ 1
2 A

= IS = a a = IS ]
29 0.03 LNTUUYUINAAAY VBULNTU ALAUVULASUINIUNATU LD x=0.05 miummﬂmy

3

2 2
[y a

wnaufugniuvnaivg Haiiiaduleduigldannszuiunsdumesuasmaiuuuuysu

2,

W x USunautesdanayintvaulsyansnisnszanesianad 39vinlnisanslouunatnas &unm

lparnvuansuianas Tuvaedl x USiaiunnveen sk ugsuagasennunnsesiod

[ '
= =

serngwmUaleaauUn® (interstitial) U Fe9wreANUEzAINtUNISPAIUNYRILIaN18TUY

uanivasmaliinsuiivuinlug auaunis (21) (22) uay (23)
Li,CO,—>Li,0+CO, (21)

BaCO;—>BaO+CO, (22)



a6

Li,0=>Lig, +O} +Li* (23)
BaO

Taefl Li,O unufl BaO #i A-site vnsuaniia O ilulossusendiaudidumisund Liy, fe Li*
finsounsasiuwmisues Ba® uay L iunuunnsesues Lit fiegszninsunislossu
Uni Havesgnguiitinainmisida Lit ilesinnsindeudivesmaiulnveunsuiunisveny
Yosgnubiviiu vhlvignguiendieenanuauinsukavasegnguuuinig [36] uinnsu

LRAYLAZAUAULUULAAIA T UA195197 2

a 1 wal aa a a . A |a
N19719 2 YUIALATULRAY AFTUAUILLUY LLaﬁallUleLWe]LﬁﬂVl’iﬂ‘UENL‘U’i']llﬂ BLITS nUsua x

$IN99)

= . tan O at

BaiLixTip91SN0.09 YUIALATULREY  AFTUNUILLUY Tc
s & room

O, (um) (g/cm”) °O)
temp.
x=0 47+6 5.98 43 ~18000  0.050
x=0.01 45+5 5.96 42 ~15000 0.051
x=0.03 40+11 5.92 - - 0.071

x=0.05 67121 5.89 42 ~14000 0.076




a7

20000 05 .
20000 05

(a —_ :':‘}kﬁz (b) — 1 kHz

—— 10kHz
16000 - ——100kHz [ o4 — 100kHz | 4

Dielectric constant
Diclectric loss
Dielectric constant
Dielectric loss

4000

00

T
100 125 150

Temperature (°C)

T T T T
50 75 100 125 150

Temperature (°C)

20000 0s 20000

(d) —— 1 kHz

—— 10 kHz
16000 4 —— 100kHz | g4

—— 1 kHz
—— 10kHz
—— 100kHz [ o4

~__
(f)

12000 - Fo3

8000 4

Dielectric loss
Diclectric loss

Dielectric constant
Diclectric constant

100 125 150

100 125 150

Temperature (°C) Temperature (°C)

awil 27 auAladidnyisnveaesidin BLITS 71 (a) x=0, (b) x=0.01, (c) x=0.03 uag (d)
x=0.05 ¥afiad 1, 10, 100 kHz
Al 27 uansnginssulaBidnvEnveasndin BLITS fugmmgil Saflawd 1, 10
uaz 100 kHz lurrsgamgil 35-150 °C wudwsdlindl x=0, 0.01 uaw 0.05 uansialadidn

Snidanadesiunsidsulasnasuumsisdiannsnllillumdnmsddnnsn (To) [8] Te

anad9n 43 1 42 °C uazAmnsiiladidnnindl Te (&) anasann 18023 WJu 14714 e x

' a

Wuduan 010y 0.01 ndvntu T deuludigamaisninanmgiies e x =0.03 uasil

¥ v '
(% L

x=0.05 Tc=42 Uay &=13737 waiiinduilonainainn1stindoursslasiasny Aduwusn

c

na XRD Ansgeydeladiann3ni Te duwilduiindu Feeraneidesiuanuunnsesiiia

PNMaaNUsETsneiu (unsdliiAe interstitial) Ysaenndesiuaunisn (23)

4.2 w3130 Bay,La,Tig 1SN0 005 (BLTS)

AN 28 WAAIMUUTUNITIA 8 UNYDIT AN U0 Uw5EN Bay L2, Tioo1SN0.090s

(BLTS) 71 x = 0, 0.01, 0.03 Wag 0.05 ﬁqmuqﬁﬁaa fya 20= 20-80° wuineEnViave

¥ [
a Y &

wanslassasnanessenalndnusans uwaslinuawuanUasy FanaintuildIiviuin



48

looau La** lﬁﬂizmEJé'hL?’J'%jLLamﬁ%aqmiasmwauﬁa BaTio.0:SN0.0905 NSILATIZIANE
XRD a@unsarUseutfisunulig JCPDS viunewaw 01-075-1608, 00-003-0725 way 00-031-

0174 Fgpnnasdnumanuuaaslssaudn wmselntawazAitn amuansu

| x=0.05
.—~—-‘\‘ - _"L " 4‘» e - Y SR
~ x=0.03
~—
. p—
= |
D I — | A
O |
fu
< —1
—
) l
N a A |
- p— . I\ J
| =
(il WS 5
Q) & & :
= g~ g
e
—
i N [ = 00-003-072:
© 88 5
JCPDS
s 5 i 00-031-0174
1 =] 8 § § 8 & 5 8
T T T T T
20 30 40 50 60 70 80

20 (Degree)

Al 28 uuuzUnseliiauusidiendusawsiin BLTS 7 x=0, 0.01, 0.03 wag 0.05 7
20 = 20° fis 80°

WeRinsannisiediveana thnsusuumsSennasuldifielinseisnsdiuves
waeaslsseudn (0) wnsglada (T) wazAUn (O) weuwsdn BLTS laenslglusunsa
Fullprof Tun193tASEAlATIES 1INANLAZATNITIHLAD A9 ?fa%auﬂamawﬁnmam%ﬁLﬁwﬁaq
annsamlaaniuled Cystallography Open Database (COD) duuudnasslasaasiaa
goslssoun wmselnia wasArdnveawsfin BaTio, Al space sroup U Amm2 P4mm
way Pm3m mudidu slfidunuusiaesdudulunisuiuussdeya XRD Uiuiiundslag
Handunnuiy Chebyshev iummzﬁﬂi’ugﬂ'ﬁwiﬂﬂmﬂmﬁwwuwé’wﬁaﬁ%’u pseudo-

voigt[35] @eilandu pseudo-voigt 1unITIBduvesilendu Lorentzian Wag Gaussian

Malun1susuguieesiia Aguaineenuediisnnudiulafvesnisusu laeq R, s



a9

oA A v a oA A ! % Y] & i =
ﬂ')']ﬂiu’n%@ﬂ@?]@ﬂm@yja pr ﬂ@ﬂ'ﬁ'ﬁJu’]LsﬁE]ﬂ@sU@\TLL‘U‘UE‘Uﬂ'JQUTV]Uﬂ Rexp ABDATANLYIAD

] 1

AIANINY WAy ¥ ABAINISHATIANIBAIAIIUYNABY 2INAITILATIZVNUTI1 R <18.30%

Ryp<22.00% Rey,<14.319% Uaz ) °< 2.59 (5737t 1) Fauansliifiuiniiadildanndnnauas

nMsdunadniulad aand 29 wananinnisuuusisSennanveuusUnsaguusdiend

YoaiwsIdIn BLTS Faasm 20=20°80° nadlldimeliifiuinwsiin BLTS 7 x=0 wag 0.01 Hinla
Sauszinsenslssoudnuazimmsylnia luasasdl x=0.03 waz 0.05 Wwsdinuanwnas Iy
syuineeeslssendn winsylnida wazAinlnedwamdndundn Wes@udaeaslssend
nanadle x 1iinTy luvaedimammsyindafiutuan 15.7 Wu 32.4% o x duan 0 {u

0.01 LAZNAINUUAAAINILAAIIUATITIN 3

7000 - : . . . . - 10000 . . r . . .
6000 F E & b . ) ]
—_ = a o Experimental data E —~ 8000 . © Experimental data B
= 5000 F —— Calculated data E o= H —— Calculated data 1
= E — Difference E = L — Difference 1
D. 4000 F I Bragg position of tetragonal phasc E D 6800 r 1Bragg position of tetragonal phasc
,e 3000 é I Bragg position of orthorhombic phase é 5 A I I Bragg position of orthorhombic phase
< E 1 - E
~— 2000F 4 ~— o
) E : g E ) - 3
E 1000 :1 L l 1 A E a 2000 F ]
= J A 3 = - ]
§ 0 F A 3 5 oF A A= i v\ .
= | | | I 1 I 1 1 H - ]
E Fl 1 | ] 1 I I nn M E o I I } 1 : |I ‘ : |I\ |I\ 1
= 1 i " A I\ —3 oo =S TSR T S S OIS s S
20 30 40 50 60 70 80 20 30 40 50 60 70 80
20 (Degree) 20 (Degree)
8000
7000 [ T - r
E ' E a : o Experimental data ]
6000 ol dats u ]
o (C) 70 E‘xpermwnul data E 6000 (d) — Calculated data -
~— F Calculated data E — L ‘ ]
= 5000 o — Difference E e - — Difference _
g E | Bragg position of tetragonal phase B H - 1 Bragg position of tetragonal phasc
D 4000 F EE posit) . Eond:phas E D 4000 | I Bragg position of orthorhombic phase
,JD. o I Bragg position of orthorhombic phase ,.d - | Bragg position of cubie phase B
3000 | | Bragg position of cubic phase E = C : ]
—
< g 1 < a0mf ]
~— 2000 | ] S~ L ]
> f 1 = | | A L ]
E E = F 4
B o | l j ) A A ] Z’ ok l N | A
5 °f A o o | I [ oo
E E | | I | E E Fll 1 | Il 1] Il nomonn
— F1 | | I [ [ - — ol )ll I 1 I 1 [ I
Fl 1 | Il [ I F=r i ]
- 1 e A r ]
20 30 40 50 60 70 80 20 30 40 50 60 70 80
20 (Degree) 26 (Degree)

Al 29 nansUSuLsSINnaseamsiin BLTS 71 (a) x=0, (b) x=0.01, (c) x=0.03 wa (d)

x=0.05



668°0 7850 50 50 1w ¥Z00°T =8/>

200 0 0 0 el Y 1820b=> %L021="
958°0 0 0 0 eg Y 0610'v=2 %01°97=""y 10°0=X
6900°0=M %08°01="4
88’1 G8vC°0 19520 S0 46} 1€50°0=A mm.NnNX
9.1 v.8%°0 0 0 10 6v10°0-=N
919 600 124500 0 S0 us .Y 098L°621 =A cuuwy
880 2160 0 S0 1L Y 0€18'G=2
€100 0 0 0 e Y €9269°G =9
G960 0 0 0 ed Y G6C10v=¢
8610°0=M
LPS0°0=A
1160°¢ G150 0 S0 4] €280°0=n
L'6T 11821 9100 (0 S0 10 .Y 20889 =A wwipd
12600 4340 S0 S0 us G/26'0=8/
G106°0 Z8v°0 S0 S0 [is Y L966'¢=> %15 HT="y
81960 0 0 0 ed Y 060¢'v=® %00-22=""y 0=x
L1000=m 9%0'81="4
GZ50°0=A 157=X
8/18°0 G8vC°0 19920 G0 46} LpS0°0-=Nn
£v8 bpleT v.8b°0 0 0 10 JY GL1C°0eT=A cuwy
10600 2160 0 S0 us Y 610L°6=2
10580 124500 0 S0 I Y 2889'6=q
€8.80 0 0 0 ed Y 6v10' =8
(9) aseyd jonle)] z A X 130e]
Jo a8ejuadiad ay | UoeUIOUl SUIO}Y sio1oweled a)joid $2IN1oNU3S aseyd sio}ouleled auyay 91dwes

GO0 281 €00 ‘TO0 ‘0 =X rtw S17d Cmrw_EP\mﬁr%m_,\r%ﬁmhmm_ﬁn@jrvrﬁw@%m_\wriﬁmg$EWJWEJJPM?wrcaﬁ\@ ayx @:_,w@\_ww_vmw@dmwrcmz ¢ BLELY



1§

86v°C v.8v°0 0 0 10 6v10°0-=n
vl 2800 pelso 0 G0 us ;Y 0vec6ct =N cuwy
180 IZ4%54¢ 0 S0 L Y 0£18'G=>
G¢0'0 0 0 0 €l Y €9¢69'G =9
[40 " 0 0 0 ed Y G6¢10'v=¢
Tev't S0 S0 0 10 62£0°0=M
6800 S0 ) S0 us ZpS0°0=A
0L L06°0 S0 S0 S0 (18 8800°0-=n weld
€00 0 0 0 el Y 064099 =A
8v6°0 0 0 0 ed Y ¢910'p=¢€
£600°0-=M
G80'¢ G160 0 S0 40 9820°0-=A %85 11=""4
w6l 9100 S0 S0 10 €L9v°0=n 9%06°L1=""4
vl 1800 Z8v°0 S0 S0 us ;Y 05CL09 =N Wiy 9%05°¢1="4 £0°0=X
1860 Z8v'0 S0 S0 (i 6566'0 =€/2 wN.NuNX
¢00°0 0 0 0 el Y 1p00v=>
9180 0 0 0 eg Y 0¢0v=¢e
6900°0=M
e G8YC0 195270 S0 [40] 1¢50°0=A
86v°C v.8%°0 0 0 10 6v10°0-=n
GGl 2800 IZ4%51¢ 0 S0 us JYPS65°6C1 =N cuwy
p18°0 174530 0 S0 1% Y 0£L9°6=>
G¢0'0 0 0 0 €l Y 9269'G =9
<011 0 0 0 ed Y 0e10p=¢€
£500°0=M
6811 §16°0 0 S0 4] PePS0=A
6201 9100 S0 S0 10 90,00°0=n
vee 600 80 S0 S0 us Y 0120799 =A wipd
(%) aseyd 220 z A X 12qe7]
40 98euadIad By | UOIRULIOJUI SWIOYY s193owesed ayjoid $2In}oN.1s aseyd s193owesed auysy a)dwies




§8eC S0 S0 0 10 1¢¢00=M
9600 S0 S0 S0 us .00°0=A
SvL 106°0 ) S0 S0 1L 120p0°0=n weglid
9v0°0 0 0 0 €1 Y 0L£GD9=N
168°0 0 0 0 egd Y ¢110p=¢8
£500°0=M
919G G160 0 S0 [4¢] PePS0=A
vyl 9100 S0 S0 10 90,00°0=N
¢l .00 Z8v'0 S0 S0 us Y OvL9D9 =A Wiy
Gc0'l Z8v°0 S0 S0 1L b200'T =€/
£v00 0 0 0 el Y 18201=>
429" 0 0 0 eg Y 0610 =€
6900°0=M
e G820 1992°0 S0 [4¢] 1€50°0=A
(%) aseyd 220 z A X 12qe7]

Jo obeyusiad ay |

uonewiojul suoly

Ssio1oulel ed 9)1JOId

S$21N31oNJ3s aseyd

dxa,

%.021=""
%0v'91="y
%05°¢T="4
sg1=X

m;WqumLmQ Qulay

§50°0=X

o1dweg

49



Al 30 Tassasneganiavesies1din BLTS 1 (a) x=0, (b) x=0.01, (c) x=0.03 uag (d)

x=0.05
Al 30 uandlnssaineqaniagae SEM veaesin BLTS Anufesdindunsin
sheeufeulazinum wuinnsumsiniinmsnsznedifliaiiausuaziisusmaismaey
wadind x=0 finsuadsrwielug (45.7 um) uazveunsulidaau@m 30@) e

W 0.01 (a9 30(b)) WIRNLEAIVIANTULRABTIANAIREN95IAST (6.1 um) YauLnsulyl

¥ '
= a

Faunazdgnguindu 7 x=0.03 uay 0.05 WilnuanwnsuadssuIngdn (0.8 wag 0.9
) < a a A X

um) VBUNTUTARUTULATINTUAAAY (2197 30(c-d)) NNTANAIVDIVUIANTULLD X LKLY

kAR liuaIN1sSuTINIsAulaveLnsUNAnaINNISAY La®t Tuwsadin BLTS wanaindl

ANUMUWINYELET AN BLTS agluye 5.72-5.81 g/cm’

A9 31 wananginssuladidnn3nuaznisgadeladidnninveawsadin BLTS fu

v A

ol $nfin1ud 110 uaz 100 kHz Tutisgamgdl 35-150 °C wuiniwsdindl x=0 uaz
0.01 wansiinladidnninfigenadsstuniswasunvasnaluiluffdnnisddnnin (To) 8]
Tc anasann 43 1y 38 °C wazAnsiladidnnind Tc (€0 anasegneunain 17811 1Ju
11448 1ile x Wnduain 0 1y 0.01 Tuwaedt x = 0.03 uay 0.05 wsdndifaladEnN3nen

ningaungfivie nsgadeladianvinvewsifin BLTS 91 x =0.03 uaz 0.05 iinTuse1ad



54

v o A

HedAglloiSouiisudumsidin BLTS 91 x =0 waz 0.01 lnglanizeg1sdallo x = 0.05 137

fin BLTS dnsgaydeladidny3niiinduegrunniigamgiias naile1afinainannuunnsesd

Y

[

sunislesauuIn Fraeiuwuudnassnsgydeladidnniniisienuley F.Zeng wazane

[37] 198ANUUNNIDIARTUANANNIT (24) wag (25)

BaCO,—Ba0+CO, (24)
La,0, = 2Laj, +Vg, +305 (25)
3BaO

Tnefi La,05 wnufl BaO 71 A-site vasuaniia Vg, Wudesirswesiunislossuiuisen O

JuloosuoanTaunsiunusund Lay, fio La®* finsauasasiuniives Ba*

20000 0.5 20000 0.5

—— 1 kHz ( ) —— 1 kHz
(a —— 10kHz b —— 10 kHz

= 16000 ——100kHz | g4 = 16000 ——100kHz | g4
3 75} 3} [72]
= 7] — 7]
& =) & =
=) 12000 4 o3z — =) 12000 4 F03
S = 31 2
) = ) i=}
B |53 B o
= 5000 Loz © 5 5000 to2 ©
3] o 3 2
o A& B A
.2 8
D 4000 4 Fo.1 D 4000 4 FO.1

0 e——— ; ‘ 0.0 0 ; : ; ] : 00

50 75 100 125 150 50 75 100 125 150
Temperature (°C) Temperature (°C)
20000 0.5 20000
—— 1 kHz
(C) —— 10kHz
J —— 100kHz | J
E 16000 04 E 16000
8 7 & 7
g =) & e
o 12000 o3 — o 12000 -
S 2 O .2
— —

= w000 Loz © 5 8000 ©
3] o 3 o
2 £
= A B =
D 4000 *:Q\ 0.1 D 4000 o

0 . : : : 0.0 0 . ; : : 0.0

50 75 100 125 150 50 75 100 125 150
Temperature (°C) Temperature (°C)

A 31 audiladidnv3nveswsiiin BLTS 1 (a) x=0, (b) x=0.01, (c) x=0.03 waz (d)

x=0.05 Jafinud 1, 10, 100 kHz



55

P (uC/cm’)

v T v T v 1 v T v T T
-60 -40 -20 0 20 40 60

E (kV/cm)

Al 32 audRmslsdidnvsnveawsndn BLTS i x= 0, 0.01, 0.03 wag 0.05 #ianels

auunei 50 kV/cm

a

A7 32 wansnudamesdavesaunuliiiwaginanlsiwdu (P-E) vouwsiin BLTS

Ao v a A o = Aa a o
ATanelaauinlnii 50 kv/cm wagainud 1 Hz WsiniamuaLanainudamnesdaduni
a a ) a o a a = i (9] o eal
w5130 BLTS 7 x=0 wag 0.01 299U P-E 1Juuunslsdiannsnuni Jedenndesiunadnsy
Taannsialadidansn (g 31) Inanlswdunsing (P,) anasetnsdtodiAyain 8.23 1Ty
3.2 uC/cm? Turauginlnanlsiwdududanasantios (P, e x Wuduan 0 1w 0.01 e x
W@ 0.03 wag 0.05 Ui P, anaseenesInsl (0.72 84 0.10 uC/cm?) wagiiieu P-E
A - A & a & a a & ¢ v ¢ a Yy o A
AUUINT UG IS0 TS ISBLANNS WUV WaNWes Naanseanedesnulonau

wansinaiulusumde A-site f9vhateanudusaifouveaneaslsdidnninszezen uavasns

(%
=

Tassadslauiinananeiu adnefuiiintuluwsfin (BagsSr-)(BiosNags),,TiOs ( BSXBNT)
fisreeulag D. Li wazane[38] mnuduiusseninnnuiawmesdaves P-E uardTauinis
yoslaumiisesnlay L Jin wazane [39] sesuitudneesinslsdidningnmnienilag
Aswasula Alauuszaululasvseszauuily (PNRs) wiufilawuszduunnn (na1nie
yuslamuiilanamovaussoaumneuenldisininlawuilngndt vilmAnguiiuisndn)

palylAAUIINITWIEN La>t Tuwsniin BLTS dawaliinnisiasundasannsisddnnsn



56

wuuALl UL UUS LN eSS IsBIANNS A WanaINTl W. Cao wazamy [40] S1897U31UUA

Inwwusgivvuansululassaiianesenalngd Fsaenndesiunadnsvesvuininsuaded

@216 SEM Tunnii 30

4.3 5730 Ba(Tig01SN009)1.La,0s (BTSL)

+ La,0;
® Ba,TiO,

a x=0.020
) x=0.015
‘ x=0.010
' x=0.005
. x=0.00

JCPDS

(011)

(102)
(022)

Intensity (Arb.Unit)

g \a

g |5eE

00-031-0174

’ = AFQ-()(B-UHSF

|- (001)
(101)
(1

(110)

L 8§35 9
T o T N T ' I . 1

30 50

260(Degre6(és) h

AW 33 wuugunsalifeuuTIEenguoswIIN Ba(Tige:SNoos)-LaOs (BTSL) 1 x=0,

0.005, 0.010, 0.015 waz 0.020

(111

L— (100)

80

5o}
(=]

@ 1

AT 33 LARLUUTUNTIRENUNVRITEBNFURUwIIN Ba(Tipg:SNos)i«LaOs

(BTSL) 13 x = 0, 0.005, 0.010, 0.015 uaz 0.020 figamniivies Aiyutrs 20= 20-80° Wui
ws1iin BTSL flassadramessealndlunniedna e x=0 wsiin BTSL filassairawes
sewalnduians waglinuslautanuaey o x Wuduain 0.005-0.015 wsfinagdinla
uuanuasuwueay La,0; JCPDS No. 01-083-1349) 513in BTSL i x=0.020 filauvanvasy

La,0; wag Ba,TiO, (JCPDS No. 00-038-1481) asidudvasainassenalndaiuise



57

ﬂiz‘maﬂ,éﬂmEﬂ‘%’aumwialﬂﬁu(lperovskite*lOO)/(Iperovskite+|BizTi04+|La203) 17{ lperovskite ABANL
iiuduvesfiniamassenalnd Iy o Aemnududuvesiinvaunauandasy BiTiO, was
a0, AOANLTNTUVDINAYBUELaNUABY Lay0; wuinesdudauuians ves
Tnssasramesevalndveasdin BTSL aglutas 95-98% ifle x Liutuain 0.005-0.020 wail
Aeainnsdidaauanansalunisarateves La® uenaninnsiansanlasadaa
g1u15aLUSsuLiBuAU JCPDS wunelay 01-075-1608, 00-003-0725 way 00-031-0174 ?gx‘i

A9AAARINUNALUUDDS5L55aUTN wnseintawarAiin Auansu

WeRnnsannisnefmesla Winsusuumssennasnldiiiednsensnsiaiunes
Waeeslsseudn (0) mnselnda (T) wazAadn (C) veuwsidin BTSL Taunslglusunsa
Fullprof Tun1sitasgrilassaisndnuasamsiimesaneg dsfeyanisndnmansiiiieades
annsamlaaniuled Cystallography Open Database (COD) duuudiasslassasnanea
seslssoudn wmselnia wasArdnveawsnfin BaTio, 7ifl space group U1 Ammz2 P4mm
waz Pm3m aua1nu mﬂi’hﬂmwmﬁamL‘ém’fﬂumiﬂ%’uLLGfQSZTa:,gJa XRD USufiundslag
Hardunyuu Chebyshev Iummzﬁlﬂ%’Ugﬂim‘[ﬂﬂﬂél@&lﬁmumﬁaEJ‘W@h‘%’u pseudo-
voigt[35] Faleridu pseudo-voigt L UUN15TIT L duVeIHen U Lorentzian way Gaussian

Aalunsususussvesiia Arnun e Usitsaudiiulaavenisuiu lagn R, Ae

oA A v a oA A [ % ') A &
ﬂ')’]lluqﬂj@ﬂ@m@qsl]@%a pr ﬂ@ﬂ')']llu’]lﬂj@ﬂ@ﬂ]@QLLUUE‘UOUQUWWUﬂ Rexp ABDATANLYIAD

=) 1

AIANINY Lag X’ ABAINITHANANTOAIAIINYNADY 2INNITIATILVNUT R,<18.30%
2 Ql' d" v A r-:l' % o
Rup<22.60% Reyp<14.31% e (< 3.01 (1132190 4) Fananslmsuinianlaanmuley
nsdanadniulad amd 34 uansnsuTulasSeniadveskuusy XRD vewsaiin BTSL
Tugaeyu 20= 20-80° wan153dENUINIINT x=0 uaz 0.005 wlasruszninseaslssenin
waLMNIElnta 9 x=0.010- 0.015 ws1HnHWas1ueaslssauin WwnseintakazAitn Lo
x=0.02 Wasaslsseudnuazmnszlndanelunazhansanizmaniin wWesbudvaana O
anaddla x Windu Tuvazima T Tuuldudiuduann 16 vu 28% 1iia x wWinain 0 1u
[ = a" . I a P 1 1 v

0.015 9915197 4 NISWNUTN B-site 1UUF981NLTLD9I9INAULANANDE19UINVDIS ALl Lo oY
seming La®t way Ti*t/sn? (Seiilooauved La®, Ti*" way Sn** Ae 1.36, 0.605 way 0.69 A

o w a P . a [ 1% 1 P Y [ v a
Anuaev) Turaenniswnui A-site Ianutduldlauinnindesananulnamesiuyaesail

lopausening La® way Ba?t (Seillesauved Ba =1.61 A) satiun1susuwmeandumas



58

f9nsandanisiiegres La® Tu A-site Fawan1susuusaneliiiunisnseunsedlossuuin
v89 La’* Melu A uaz B-site Nin15id La* laeildnsin1sAseunsesi A-site 1InTuLile
x20.010 wonaNi F. Han uazAny 518911 La*t danuadiesaslu A-site vaawsndin

BaTiO, MAameswymeIniliasannaalnalfesiuvesuiniailessy

7000 ; 6000: b T
6000 R E ( ) E
— - (a) © Experimental data = 0 Experimental data
= s000f — Calculated data i —~ E — Caleulated data ]
= % : 4000F _ X ]
= 4000 — Difference = E Difference ]
:D‘ F 1 Bragg position of tetragonal phasc 3 \Cﬂ/ £ | Bragg position of tetragonal phase
-e 3000 I Bragg position of orthorhombic phase 4 - F | Bragg position of ortharhombic phasc 4
< g 1 £ 2000F ) 1
-~ 2000F . 3 7 F ; ]
- ' = £ B
2 jo00f H i ] - :I l i 1
= F 3 = £ A b
g 0 J_J ¥ — 0F L A A .
= \ | | | I 1 Voo £l | | [ R | [ I
K= Fi i I T Pononoo & ! ‘L b Lrrrg
E +- B S — . ] F U { . =
20 30 40 50 60 70 80 20 30 40 50 60 70 80 90
20 (Degree) 20 (Degree)
6000 () ] F(d)
F C © Experimental data B 60005 d © Experimental data
— é — Calculated data é —_ F — Calculated data
= E — Difference ] = £ — Difference
< 4000 £ I Bragg position of tetragonal phase < 4000 E I Bragg position of tetragonal phase
~ E I Bragg position of orthorhombic phase 5 1 E IBragg position of orthorhombic phase 4
g‘ F I Bragg position of cubic phase E B‘ F I Bragg position of cubic phase ]
‘i 2000F E @ 2000F
= E ] =] E
£ e o2
E Oi 3 p—t 0 F A—IA—-A A .
=] | [ T | [ T I T Fi I [ [ T A
cl ] | Il [l 1 om0 mA El | | Il I I mwa ey
E | | [ I | R B B = Bl ’ | | | I [ | 1
;_\__ﬁ‘,\k‘_ e e e e e e e b A
20 30 40 50 60 70 80 90 20 30 40 50 60 70 80 90
20 (Degree) 20 (Degree)
8000 T T T T T
§ (e) 0 Experimental data
— 6000; — Calculated data
=) F —— Difference
S‘/ 4000 ; I Bragg position of cubic phase
> E
£ E
=1 E
175 F
= 2000F
Q F
e
[=
—

ol J N

20 30 40 30 60 70 80 90

20 (Degree)

AN 34 NMFIATIEIINISUTURRSSennantaeludmsusidn BTSL: (a) x=0, (b)

x=0.005, (c) x=0.010, (d) x=0.015 @z (e) x=0.020



7600  bZIS0 0 ) us Y 9VE0ET =A Zzuwy
6L S6L°0  bZIS0 0 ) I YbzL89'G =2
2000 0 0 0 17 ‘YHIPIL'S =q
€0z’ 0 0 0 eg ‘¥£6010p =8
peT'T 0 0 0 eg ‘YZI10'y =8
8610°0=M
LbS0°0=A
1160€ SIS0 0 ) Z0 €280°0=n
L18ZT 9100 50 S0 10 €y 20£8'89 =A Wwiwipd
91 12600  Z8b0 50 ) us §126°0=R/>
ST060 280 50 ) I Y L966'€=2
81960 0 0 0 eg ¥ 060€ b= %1EHT=""Y
9%00'72="4 0=x
L100°0=M 9%0¢'81="4
§Z50°0=A 187=X
8/v8'0  S8YZ0 19520 SO Z0 1pS0°0-=n
bpIET  BL8YO 0 0 10 Y SLTZ0ET=A zwwy
v8 10600  HZ150 0 ) us Y 6104°6=2
10580 2150 0 ) 1w Y 2889'5=q
€8/8°0 0 0 0 eg Y 6010p=0
200 z A X 129e
sio)aweled sainyonas sio1oweled
(%) aseyd jo asejuadiad ay UO[1BWIIOJUI SWIO3Y 3)dwes
3)yold aseyd auyy

0¢0°0 "e11 G10°0

“010°0 ‘G00°0 0 = X [lA 1519 UIILEBINEULEBEMIVNRILENIALN lsDLWSCUILELM WULILRLIMUNNLNLLURLY OYX URELUALUILLLUEN b DLELY



09

¢

61 ¢L00 4:A0) g0 S0 us Y 916°99 =A Wlipd 9%09'61=""4
86°0 Z8v°0 G0 S0 i 10 1=8/2 ‘%05 71="4 010°0=X
100 0 0 0 1e7 Y 990 = ‘c5z=.X
160 0 0 0 ed ‘Y 8b10p =e
'l Ga8bC’0 19520 S0 [40) 6900°0=M
Ges't .80 0 0 10 1¢60°0=A
100 bZ150 0 S0 cel 6v10°0-=n
600 1ZARN0) 0 S0 us YPLETET =A cwuly
G. €180 bZ15°0 0 S0 i Y 0£19°6=>
€100 0 0 0 1e7 Y 9¢69°G =0
PS80 G150 0 S0 40) Ghe90°0 =M
8.6°0 9100 N0 S0 10 258201 =A
6000 Z8v°0 g0 S0 cel 00£01°0- =N
880°0 Z8v°0 N0 S0 us Y PaT'99 =A wiiyd
14 g0t Z8v°0 N0 S0 i 1200'1=e/2
¢000 0 0 0 Te7 ‘Yp9620t =2
128°0 0 0 0 eq ‘Y£0120'h =e %86°71=""
9%08'12="y 500'0=x
90.L°¢C G8bc’0  L95¢°0 S0 [40) 650000 =M %01°21="4
90S°'T b.89°0 0 0 10 06680°0 =A z87=X
1000 b215°0 0 S0 cel €¢011°0 =N
220 z A X 129e]
si2aweled $2In1oNAs si)oweled
(%) aseyd jo aseyusdiad ay | UOI}eWLIOJUl SWIO}Y 9)dwies
91Jold oseyd Suljey




19

1060 9100 G0 S0 10 beee T =A %eeTT="%
100 4:A0) g0 S0 cel Gp8.°0- =N ‘9%05°0Z=""4
8¢ cL00 4:A0) g0 S0 us ¢Y 629°99 =A Wlipd ‘9%00'91="4 G10°0=X
8660 4:A0) g0 S0 L 0600'T=€/2 ‘512=,X
100 0 0 0 1e7 Y8950y =2
9190 0 0 0 eg ‘Yw610v =B
viv'l G8vC’0  L95C0 G0 46} 1920°0- =M
Ges'l .80 0 0 10 6£01T°0 =/
100 p215°0 0 G0 cel €810°0 =N
89 600 Y2190 0 S0 us Y 9L871¢T =A Wy
€180 v215°0 0 G0 [ Y9012'G =3
€100 0 0 0 1e7 Ype1l's =q
T4 0 0 0 eg Y5920v =8
61v'T G0 N0 0 10
c00 N0 G0 S0 cel ehe0y =M
600 G0 G0 G0 us 616’1 =A
9 6280 g0 N0 S0 i 86981~ =N weuld
100 0 0 0 Te7 ¢Y 099°69 =A
896°0 0 0 0 ed Y ebe0p=e
65¢°0 G190 0 G0 46} 65¢1°0- =M
6¢T'T 9100 G0 S0 10 1G6T'T =A
100 28’0 G0 G0 cel 6568°0- =N %62 71=""Y
220 z A X 129e]
si2aweled $2In1oNAs si)oweled
(%) aseyd jo aseyusdiad ay | UOI}eWLIOJUl SWIO}Y 9)dwies
91Jold oseyd ouljoy




9

G8¢°C G0 N0) 0 10
c00 N0 N0 S0 cel 10T0°0- =M
960°0 N0 g0 S0 us 09¢1°0 =A %b9'11="%
007 106°0 G0 G0 G0 L G9¢h’0 =n wewd ‘9%01°02="Yy 020°0=x
100 0 0 0 7e7 €Y G98V9=NA ‘%06 71="4
D680 0 0 0 ed Y.L10p=¢€ ‘00¢=X
S0'6 G0 G0 0 10
c00 g0 N0 S0 cel 1220°0=m
600 G0 S0 G0 us ,00°0=A
12 610 g0 N0 S0 A8 120v0°0=n weuld
100 0 0 0 1e7 ¢Y £9L°G9=N
6580 0 0 0 ed Y cZiiop=e
€0¢0 G190 0 G0 46} bC1C’0- =M
220 z A X 129e]
si2aweled $2In1oNAs si)oweled
(%) aseyd jo aseyusdiad ay | UOI}eWLIOJUl SWIO}Y 9)dwies
91Jold oseyd Suljey




AW 35(a)-(e) N SEM YRINURYIEIN BTSL;

(@) x=0, (b) x=0.005, (c) x=0.010, (d) x=0.015 uag (e) x=0.020

1A59a5199801A SEM vesiiuindniiuazingasaiusouesesiin BTSL uanslily
AN 35 gﬂﬁLLamﬂﬁLﬁu’jw&hashqﬁwmﬁl,ﬂsuﬁﬁgﬂsﬁﬂﬂ wUuaU nszAnedalualaue
= 1 1 9 a d'd 4:4' =1 1 1
wagiaunldwindy BTSL ws1@nndl x=0 (1 35 (@) Jvwiansulvguagvouinsull
[ 1 I3 (% éf A a éf [~ a
FAY 981915ANIY YUIANTUANAILAZVDULNTUTALIUIULLD x WLTUTU 0.005 (1157197 5)
YUALNTUAAAIBE19IN (310 29.0 um tTu 0.8 um) Lile x= 0.010 uAvaULATUTIAITALRU
Tunanauiu ws18in BTSL A15lAN x= 0.015 wag 0.020 dnsuaziduaunn vaunsulitaiau
wazdgngudnuiunn Jedunamardliviniinisiy La® dudinsaigiulnveansy

sgadiulidn usegelsinuumananiesves La® Ngnunuiily B-site (x=0.005) fina

g ILANToERaIUINNTULLDI91INUS RN TR UNLANINATRUFITUAILELNTT (26)

La,0, = 2La;+V,+30} (26)
2TiO,



64

Tnefi La,05 Wil TiO, 7i B-site vosuandia 05 Juleosusendwudidiumisuni
2la’;, fe La® finseunsesiumiaues Ti* way V. Aevosindluduviseandiau Sy
Usglevtnonissyiulnveansu Tunienaudu nsifu x20.01 909 La** dnansenuegns
wnerwansuilonUinmeendnuiianas Jse1aiiewnannisunsnszaneves La®
Ty Assite [41, 42) wonani AMUMLIRLLYENSIEIn BTSL anasilofiniu x mmﬁizumu
51991 2 mmwguLﬁwﬁymﬁaLﬁwﬁyu X Lﬁaqmﬂmié’ugqmm%aglﬁuimmmiu danaln

ANUAULUUANDY

A1519 5 TUIALNTULAAY AMUKUILLY auURledlannSn wazwslsdidnvsnveawsiiin BTSL

NUIU X 199

A3

, TUIANTU \ | B tan O at R P 3

Ba(T|09 Snoog) La O3 . MUY & & c
.91 .09 1x  x = C 2 2
° T
\ad (um) s (O c (uC/em)  (uC/cm) Kv/cm)
(g/cm)

x=0 ar 5.98 43 18023 0.034 14.56 7.42 1.79
x=0.005 29 5.95 a4 5990 0.022 12.41 5.65 3.22
x=0.010 0.8 5.80 25 4293 = 10.21 1.26 1.34
x=0.015 0.7 572 -15 2420 F 7.89 0.61 1.02

x=0.020 0.6 5.66 = = i 2.82 1.29 7.88




20000

16000

Dielectric constant

1000

—— 1 kHz
—— 10 kIlz
—— 100kHz [

20000

T T
75 100

T
125

Temperature (°C)

16000 5

12000

8000 ~

Dielectric constant

4000

— 1 kHz
—— 10 kHz
—— 100 kHz

0.4

T
5 100

T
125

Temperature (°C)

Dielectric constant

20000

Dielectric loss

Dielectric loss

Dielectric constant

Dielectric constant

0.1

20000
(b) —— 1 kHz
a0 KFZ
160004 —— 100kHz |
12000+ F03
80004 -
l(»fn)-x_
\
0

20000

16000 - —— 100KkHz |

12000+

8000~

4000

T T T Y
50 75 100 125 150

Temperature (°C)

(d) — 1 kHz

—— 10kHz

_—

5'0 7'5 160 |2‘5 150
Temperature (°C)

16000 4

12000

8000

4000

(e)

05
—— 1 kHz
—— 10 kHz
—— 100kHz | g4

v
7]
=}
Fo3 —
Qo
=
St
B
5]
Loz @
7]
=
(@)
Fo.1
: ; 00
100 125 150

T
75

Temperature (°C)

0.0

04

Dielectric loss

Dielectric loss

65

Ml 36 AAsTIlaBLanYEn (€) uaznsgadeladidnysn (tan O) veuws i BTSL Wind

AIAE 1, 10 uay 100 kHz: (@) x=0, (b) x=0.005, (c ) x=0.010, (d) x=0.015 wag (e)

x=0.020 fuluzuT 4 (c-e) uanrasiiladidinyidnlugisgaumall -50 e 50 °C

A7 36 wansAasiladidanmin (€) wasn1sgaydsladidnnin (tan O) veswsnin

BTSL nfiannadl 1, 10 wag 100 kHz Turisgamail 35-150 °C wuidasiiladidnmin (e)

A1AAAILL PAUD LI U U 15N BTSL 91 x = 0 hay 0.005 waninavadladidnnsns



66

donnanatumsasuawuuiiinnisdidnsn (To) [8] T¢ Wasuulasaniosluvmed
AnafilaBLEnyisndt Te anasogeunnain 18023 Wi 5990 ile x Winguan 0 18y 0.005
AU 1D x iiuT iy 0.010, 0.015 waz 0.020 A1 T, vad BTSL wsiinaziUasulsi
ngamgiivies TawgAnssuladidnninveawsidin BTSL 71 x=0.010-0.020 Tutsgaumai -50
- 50 °C uanaliluguil 36 (O-(e)) AasiilaBidnyEnuazmsgaydeladidnydnd Tc v
fin BTSL wandlumsnedi 5 n1sanasves T, veawsfin BTSL e x = 0.010-0.020 @315
a3ueliannnsanasvesmnTLiinennsnsyaneesUsina La® Tu Asite 7iviliia

= ! a a 1a o v ¢ a
f"’nrlllLﬂi&]@m@LLaWW%W@%W@ﬂu%@@Iﬂﬁqﬁiq\‘]LWE]?E]‘V\IﬂvLﬂWLLa%Lﬂ@ﬂqiﬂﬁg"\nﬁlsﬂaﬂLWﬂ [43]

[
o

wannidanuindle x iudu faladidnvsni Tc veswsadin BTSL nietiu (U7 36

(a) (d)) nadwsUAluTININIEevLNa Jeaunsnesuelalnenguesns -Liad( Curie-

Weiss) snu@unis (23)

1/&-1/& = (T-T)VC (23)

% '
U a A 1 a a )

lne?l € Aormsniladidnninituiveamall & Aeariladidnninfiaamaliad uas ¥ fie

9

AINISWNINTERNE A1 Y lugauadAe 1 dmsungas-naduuulnd wae 2 dmsunswasu

aLUUNSEaNe [44] waon IN(1/E€ - 1/&) fu In(T-To) dmsusndin BTSL 7 1 kHz uandls

Y 1

Tuguin 37(@)-(d)) wuddn ¥ veawsain BTSL 71l x=0-0.015 Liuvusgailledfisy Fausdd
Wi x 1Nt wsdinkanniswasunasuunszateniiuay Usingnisalianuisasiuisla

MEANURLNINTRIRIRUTENBULAEANURRUN ATa LU sEUIN [45]



67

10 (d) ,...l".l.--
N vy=2.22
(c) .
10 o
nRrE v=1.72
L
7O R
-10 pnnn® -
S y=1.69
.].a -
b (a) —
10 i T
e y=1.49
14 . T T
3
In(T-T)

Al 37 nEenved In (1/6-1/&0) Wuilsdduves tn (T-TY) 71 1 kHz dwsuwsifin BTSL; ()

x=0 (b) x=0.005 (c) x=0.010 tag (d) x= 0.015

P (uC/ecm?)

40 20 0 20 40
E (kV/cm)
AR 38 199UBAWe3aa P-E ¥99@s1in BTSL:
(@) x=0 (b) x=0.005 (c) x=0.010 (d) x= 0.015 wag (e) x=0.020
AT 38 wannnusamesTavesau i iulnanlswdy (P-E) veswsiin BTSL #i

Janeldauuluii 30 kv/cm A0 1 Hz WuIssiingd x=0-0.015 wandnudanesaa

P-E 719167 Tunei x=0.020 wanudamasda P-E Miansehasitva wWia x [iuduann 0



68

Ju 0.005 ws13in BTSL wamslnanlswdudusda (P,) uwazlnarlsiwduasaie (P,) anasann

14.56 1Ju 12.41 uC/cm? way 7.42 Ju 5.65 uC/cm? anudndu Tuvasfiaunlninaudig
(E) Wisduan 1.79 1 3.22 kv/em wadnsiorafnannisduuuuddulu B-site Seviils
Andosinsosoondiaou Fmgansindeuiivedauuazyiilinisdsudaldenn deald
aualihadnegs Inevesieendauansaiiatunuaunisil (26) e x dfiuduain 0010

£ '
a [ [y

WJu 0.015 A1 P, P, uaz E. avanas naansteraneatesiulooaunies Tu A-site viane
Anudussidevveanesisdidnninszerenuarvaselassadradlamununnateiu ad1eiu

W53 (Bag 55ro 1)x(Big sNag s)1,TiO5 ( BSXBNT) [38]

4.4 15130 Ba(Tipg1SN0.09)1V,O3 (BTSV)

* VO,
® Ba,TiO,
x=0.020
~~ =
) .o )
= el WU 5 W | A % =
=, x=0.015
:)- [ 8 S L (S (R SR
o } x=0.010
Y
x=0.005
2
'5 I S N S WA
(e x=0.00
s
g I WS TR (S E———
_— | JCPDS
}g ) _ ~ E()l-j)]i-l()()g(
| gty
JCPDS
A & 00-003-0725
e £ E| sffegct ala gal
20 3 40 50 60 80

0 20 (Degree) "

Al 39 wuusUnsideiuwressidiendueswsnin BTSV Turae 20 wes 20-80°

AN 39 wanauugUNIsIaeuUsIEeng e ues1dn Ba(Tige:SNoos)1, VO3

(BTSV) 71 x = 0, 0.005, 0.010, 0.015 uaz 0.020 Agaumgiiviedlutranu 20= 20-80° wui

Y

W518n BTSV Nanuniilassas1ahuunwasanalng A x=0 waz 0.005 Jinanassevalng



69

U‘%zjw'éﬂ/wmmmaﬂﬂaam Tuwaeiwsfind x >0.010 wumlawlanUasy Ba,TiO, (JCPDS No.
00-038-1481) waz VO, (JCPDS No. 01-071-1421 ) Feusdanlosou Vo Usuandnies
szl Tunanfigvesaisazatovesuds BaTipeSng 05 luvaefivsuna Vo* fidely
YSuaas Vo gndndaanuaiunsalunisagate n133n XRD annsadeudisulanulig
JCPDS 01-075-1608 uaz 00-003-0725 Jsaanndostumlaseslssondn (O) wasmmselnia

(T) AuaInu

WeRinsannisnefiveana YinsusuuiaSonnadunldifiedinseisnsdu
vauanaslssoudn (O) wazymselnida (T) veawsidin BTSV Inenislalusunsy Fullprof Tu
NTILATEALATIAS AN LAZATNNTIHLNO A9 %qsﬁagamqmﬁnmam%ﬁLﬁ'wﬁmmmaamiéf
niules Cystallography Open Database (COD) thuuuitasslassadraunaseslssoudn
waznselnifaveawsifin BaTiO, 7ifl space sroup 1u Amm2 waz Pdmm mudidu wnld
Buuvudasadudulunisuuudsdoya XRD UsuiundslasilsriFunyumn Chebyshey
Tuvaueiivsuguislsindlaefmunseilsddu pseudo-voigt[35] @eilsidu pseudo-voigt
Hunssafaduvesilsidu Lorentzian uay Gaussian #lHlunisusugusisvesiia e
AN g st asaud fuldAvaansusu Taedl R, Aeanuinidefiovesdoya R, Ao

=i

ANuL@eevewuUUaIsmiin Ry, ABAIALMFRAIAYINY WAy ¥ ABAINITHANANTD

AIANINYNABY WUIIANAMAIN R, <20.80% R, <25.90% Ry, <13.63% Wag X * <3.62
(1397 6) wandlidiurnudrfuiifssnieuiduveseyauszduinmesiiniaun
A7 40 uanansUSULAIEENadYes XRD Yoalwsiin BTSV Tuvasyy 20 91n 20 fa 80°
panIdenuiueiin BTSV favmaiiwadausewing O uax T weddusveana O anaudle
x ity Tuvmediola T dintuan 16 Dy 33% o x ifisdunufissyilunsed 6 s
dutureastamslnuea o1vesuisldinmsiadervesuanfisiinainnsunuillessu

“UU’WWLgﬂGUEN Vo T B-site w99@513n BTS



Intensity (Arb.Unit)

Intensity (Arb.Unit)

70

e ' ' : ' ' E 10000 : : : . ;
6000 F : E |
f F (a) © Experimental data E 8000 :(b) © Experimental data 3
5000 — Calculated data E ’g L —— Calculated data
i —— Difference E L —— Difference ]
4000 I |Bragg POS?"‘Pl‘ °f_‘°‘m¥°““l Pl_"“’c R D 6000 : IBragg position of tetragonal phase
3000 IBragg position of orthorhombic phase o o) B IBragg position of orthorhombic phase
F 2 4000 - G
2000F " E i i 1
7650 g_‘ i l 1 l E 2 2000 F l ]
I | [ 72} s
of A Ay 2 h JL . | A
| I I 1 1 U § N N = L
S o 1 S O U I
I
' = E I i O M 0 i
E F- Y A
& | ¥ e
20 30 40 50 60 70 80 20 30 40 50 60 70 80
20 (Degree) 20 (Degree)
7000 ¢ : - . 3 ; : 10000 . : . . ,
6000 E © Experimental data E é(d) o Experimental data E
5000 i (C) e C:lalcnlatsddata 3 "2 o I — Cafculaleddala ]
E — Difference E = 6000 B — Difference
4000 F |Bragg position of tetragonal phase 3 ) o |Bragg position of tetragonal phase
IBragg position of orthorhombic phase o o IBm;,g position of orthorhombic phase
3000 |Bragg position of cubic phase s - I ]
F g8 posii ¥ < 4000 f
E : F ]
2000 H E -4 F 4 1
F 3 > B 3
1000 F l J l l E E 2000 . l A 3 -
N - A N U BB T T | A l Lok i
E | i W h 8 U i 0 E = F I P 4 b 1 non oo
F 1l | | T & 3 L I ¥ Ei | | | [ i & % W
E ; . A A E F D A 4
o ] E L }
20 30 40 50 60 70 80 20 30 40 50 60 70 80
20 (Degree) 20 (Degree)
10000 T v T T T
s 8000 E_ (e) © Experimental data ]
*é L — Calculated data N
F —— Difference ]
:>' 6000 F 1Bragg position of tetragonal phase ]
ol I IBragg position of orthorhombic phase |
< 4000f :
~ L ]
2 2000f j j |
2 il - -
o) r ]
=] Fi 1 | g ' H
L | | l I I I 1 I
C | \ ]
[ % : 1
20 30 40 50 60 70 80
20 (Degree)

AN 40 NMFIATIEINNSUS USRS ennantaeilUdunsusiin BTSV: (a) x=0, (b)

x=0.005, (c) x=0.010, (d) x=0.015 ag (e) x=0.020



8800 1Z45%0) 0 S0 us Y v689°6=2
6260 v¢15°0 0 G0 L Y L1eL'G =9
€911l 0 0 0 eg Y €L10p=¢€
8610°0=M
LpS00=A
1160°¢ G160 0 G0 [40] £€¢80°0=n
91 L18CT 9100 S0 S0 10 ¢Y 20889 =/ wuwipd
12600 c8v0 S0 G0 us GL26'0=e/>
G106°0 Z8v0 S0 S0 I Y L966°¢=2
81960 0 0 0 eg Y 060¢ b=, %1EHT="Y
9%0072=""y 0=x
2100°0=M 9%0¢'81="4
$250°0=A 167=.X
8.18°0 a8vC0 L9520 g0 0 LpS0°0-=N
b8 vvlel v.8v°0 0 0 10 Y GLTC0eT=A cuwy
10600 124500 0 g0 us Y 610L°G=2
10480 IZ45%Y 0 G0 1L Y ¢889'G=9
£8.8°0 0 0 0 eqg Y 6v10p=0
(%) @seyd jo 220 z A X 1°9¢€7] si919Weled
si93oweled 24014 $2In3oNI3s aseyd adwies
sseudIad 3y L UOoI}euLIojul SWO3Y suljay
0200 Re

ST0'0 “0T0°0 ‘G000 ‘0 = X S ASLE UIELEHINEULEZBMIUARILENIZET LDLWLEWITELELMLY YSLIARLINUTINENLLURLY QYX WALLWILLLULH 9 BLELY



cL

9600 [41A0) S0 G0 us 8¢C66°0 =€/
¢80 [41A0) S0 G0 1L Y v0900v=>
90T 0 0 0 eg Y 8pE0p=e %Sy ET=""
%0b'ez=""Y  010°0=X
9500 0=M 9%06'61="4
VAN4 G820 19520 G0 [40) 8800°0=A No.mnNX
vyl .80 0 0 10 91910°0=n
8. 1100 1Z45°00) 0 G0 A ¢Y 290°0¢T =A sy
8800 1Z45°00) 0 S0 us Y 61989°G=2
1280 vC16°0 0 G0 1L Y 88¢89°'G =9
8980 0 0 0 ed Y Le9c0p=e
p¢00°0=M
620°¢C G150 0 S0 [46) 06v0°0=A
980T 9100 S0 G0 10 6,20°0-=Nn
0¢ 9000 Z8Y°0 S0 S0 A ¢Y 22099 =N wyd
60°0 Z8v0 S0 G0 us 0¢c0'1T =8/2
1980 Z8v0 S0 G0 1L Y €91T'p=2
SITT 0 0 0 eg Y 9£20b=e %15Z1="Y
%0v'02=""4  500°0=X
L110°0=M %0¢°9T="4
G801 G8vC0 19520 S0 [40) pO0v0'0=A oo.NHNX
6260 v.8v°0 0 0 10 €vc0'0=n
08 S00°0 vZ16°0 0 S0 A Y 0T00TET =A cuwly
(%) @seyd jo 220 z A X 1°9¢€7] si919Weled
s1332weled 2)yoid $2IN1ONAS 5By o1dwies
asejuaniad sy UOIRWLIOJUI SWIO}Y auyay




¢l

19 9100 IZ45%Y 0 G0 A Y 189°0¢T =N cwwy
2600 1Z45%0) 0 S0 us Y $0089'G=2
280 v¢15°0 0 G0 L Y ¢6v69°'S =9
910'1 0 0 0 eqg Y 789¢0 =2
L2200°0-=M
1Z4%4 G150 0 S0 4} 9L,20°0=A
1991 9100 S0 G0 10 £6¢2¢00=n
8¢ S10°0 c8v0 S0 G0 A Y LPT°G9 =A wwipd
2600 Z8v0 S0 S0 us £5956'0 =€/
8180 c8v0 S0 G0 L Y 11820'p=2
1060 0 0 0 eg Y 95120'p=e %L 7T="%
%0b'€z=""4 §10°0=X
82110°0=M 9%09'81="4
60¢'T G81vC°0 19620 G0 [40) TTpS0°0-=A wm.mumx
€l6'T v.8v°0 0 0 10 1160°0=n
¢l G100 IZA%1Y 0 G0 A Y 00 TeT =A cuiwy
6800 IZ45%Y 0 G0 us Y 98069°G=2
1280 IZA%1Y 0 G0 L Y 61.¢L'S =9
¢l 0 0 0 eg Y Gv610v=e
pH800°0-=M
8v0'¢ G150 0 G0 40} £€8891°0=A
180T 9100 G0 G0 10 $,010°0=n
[44 1100 [41A0) S0 G0 A Y L1259 =N wwipd
(%) @seyd jo 220 z A X 1°9¢€7] si919Weled
sio1oWeled a)joid $2In3oNJ3s aseyd adwies
asejuaniad sy UOIRWLIOJUI SWIO}Y auyay




12

80610°0-=M

G89°¢ G190 0 G0 46 6860°0=A
6507 9100 S0 G0 10 vZvp00-=n
€e 00 280 G0 G0 A ¢Y 85099 =A widyd
600 c8v0 S0 G0 us ¢0866°0 =/>
080 280 G0 G0 L Y €99101=>
9/0'1 0 0 0 eg Y 84vcOv=e %€9€T=""
9%06'52="4  020'0=x
V.910°0=M %08'02="4
VA w4 G820 199C°0 G0 [40) 60¢10°0-=A N@.MHNX
91b'1 b181°0 0 0 10 $6200°0=N
(%) @seyd jo 220 z A X 19087 si91oweled
s1332weled 2)yoid $2IN1ONAS 5By o1dwies
asejuaniad sy UOIRWLIOJUI SWIO}Y auyay




Al 41 Tassas1eganiaveaiwsidin BTSV 1 (a) x=0.000, (b) x=0.005, (c) x=0.010, (d)

x=0.015 1ag (e) x=0.020

a a

AN 41 uanelaseasegan1A SEM vesiurfiH1uMsTnMkazinnenusou

a

Y04318n BTSV nuinnsuwsidindnisnszanedildadniavsuaziisuseldunueuy weiin

al

BTSV 9 x = 0 uansvuiainsuadenlnguazvauwansuitlddaau (nwil 41()) wsiing
= 0.005-0.020 (n1W# 41(b-e)) Fanuansvuntadedluguin Tuvusiveunsutnauay
wazdUNAINNTUTIWIUNINAD X LRNTU TUIANTULRABRATAIUNUILLUTBLYTIEN

BTSV WaAIAInNS199 7 NAaNSUaIuUIALNSUEIU500SU8lan8nsEUIUNSTUMBS [46]

¥

nsnuuugiagasesintlulosauuin (Yeein B-site lunsilll) Feandduysednsns

wnisnseaney  leedesingnadiadulagnisiiuamuannis (27)

2V,05 = 4V, +1007 +V, (27)
5TiO,

el V,05 unufl TiO, 71 B-site vosuandis O WulosousenTaudidiunisnid V;, fe V>

o ° 1 .4 "eoog ' | o ' =~ + ' ' a
NATDUATDINLNAUIUDY Ti LA VTi L‘UUGU@\TJ'NGU'?]QG]']LLVU\TIQQQU‘LWLWLUEJN I@UGU@Q'}'NW

2
v [

AT UTUAUleoauveId Al aUuNUSUIU V2 91 (x<0.010) vinldeduUszansnng

WHINITBIRNNTY demananisindoudiomaiiulunsslu Fuhlugnisnsyiulnues

a

IR LT TuvugniuSaia Vo7 g9 (x = 0.015) N5IAGDUTIVOIUIAAAAY WATNIT

WIYAUAYRLNTUYNIIAALTBIINANUTUTUYRI0DNT LR UNAARIIINNTLANLUUE L



76

waNANTLIRINNTATDUNVRUNTUTIANAY JNTUILUENDBNINVBUNTY dralidlgngu

PUILINUALANUNUULAAAIMEINTUTLAATY [36]

A1519 7 TUIALNTULRAY AMUBUILLY audRleSiannsn wazslsdiannsnveswsidn BTSV

d‘ G 1
NUIUIU x MN9E

A3
Ba(Tipo;SNooo)y.  UUIALATY T tan O P, E
. NULUY &
V05 \aag (um) ©) at Te  (uC/cm?)  (kV/cm)
3
(g/cm”)
x=0 a7 + 6 5.98 a2 18023  0.034 7.42 1.79
x=0.005 51+ 10 5.82 a6 9768 0.024 5.91 1.81
x=0.010 62 + 14 5.80 48 9154 0.031 6.05 2.80
x=0.015 58 £ 8 59/ & 48 8112 0.046 5.60 3.00
x=0.020 a6 + 7 5.64 52 6678 0.029 4.88 3.88
®) —m= 1"
% B Zq; % Siiﬂllkﬂll ;:J—J
A 4000 A 40004 Fo.1
0 ~ 0 k - 0.0
" Tt:nperaulliz ©0) . . " Tgr;peraull:i ©C) - 15”
20000 (C) ::(ﬂ(‘l’l} 0.5 20000 (d) ::Ok:‘ll/h 0.5 20000 (e) :::Lﬂi,
§ 4000 k 0; g é 40000 N i{)il E z: 400(;& LD'\ g
0 . . ; : 0 . . . = .0 0 x : : : 0

Temperature (°C)

Temperature (°C)

Temperature (°C)

A 42 audiladidnv3nueawsidin BTSV 71 (a) x=0, (b) x=0.005, (c) x=0.010, (d)

x=0.015 @z () x=0.020 Iafimad 1, 10 waz 100 kHz



14

AT 42 uansrsnladidnysn (€) waznisgaydaladidnnin (tan O) veawsniin

a o o

BTSV figaumindisingg 3aflaanud 1, 10 uaz 100 kHz lurasgaumgil 35-150 °C wuinwsndin

Y

BTSV 913 x= 0 - 0.020 waniialadidnninfiaenmassiunsiuasumantuumnsslndamslsd

dnnsniduanuuAidnnnsddnnin (T (1wl 42 (@)-(e)) gaungill Te duuwilduiiugu

¥ ¥
a = =]

970 42 11 52 °C Wle x Winduan 0 1Ju 0.020 (1157199 7) Naindudo1ainanduuss
1 1 d' dy a d! a dl d‘w a @ 1 5+ 1 d' a
Y8979 TUluw NG wAnaINNITHNUNVedleaa U ATaNNI1Be Vo [47] A1AINLAD
LANNINVDILIIAN BTSV anadtilamnudiiuduain 1 89 100 kHz #9407 42 (a)-(e) 115

::gqu ] 1 1 1 4:4' a @ a d'
anastiifinannisanasvasusngnisallnanlswduvesssgresing [48] Armsnladianvsni

Te (€0 fuwilinanade x 1T dwanstunised 7 Tuvaziinsaydeladiinnsn (tan

a

) 71 Tc ogluta 0.024-0.046 M3anasesiAsiiladidnyinfigamaliasiinaingngudiuau

)

mnsﬁu [49]

P (uC/cm?)

y T T T T T T T T T r
-60 -40 -20 0 20 40 60

E (kV/cm)

AH 43 1udameidavedinanlswduiuaunulninveswsiiin BTSV adanela
auulnddn 40 kv/em.

AN 43 nansnudamesdavesauulnirdulnanlswdu (P-E) dnsuwsiiin
BTSV 9 x = 0, 0.005, 0.010, 0.015 waz 0.020 Tnnelaguny 40 kV/cm A48 1 Hz wuin
WIANVIUARENIINUTANDITAVDY P-E NDUF w5100 BTSV N3 x=0 wanslwanlswtung

A9Ea (P,) wazauuluiiaudee () (7.82 uC/cm? waz 1.79 kV/cm snugisu) e



78

fisRua1n 0.005 Wy 0.020 P, anasan 5.91 1y 4.88 uC/cm? luvauedt E. iaduann 1.81
Ju 3.88 kv/cm? nnsanasuea P, 91LAnansnsaIwreLNasEindafind udle x
WisiTy [39] lunsaldulvgvesnsliiuwuugly n1sanaswes P, umiouriunisanasues E.
wiegndlsfnny lunsdiddensiduunieudiulddndn £ fistudle x Wty nadnwshens
Anananudadeiveddasiadisiunniy ilinisadulnmueiasintuiielsuiuwsiin

BTS 13w [50]



79

unil 5
unagy
A3UNAN3IY
AT UANYINAYRINISAN Li' wag La®" WUuRsuU wagn1siy La™ wag VP iUy

A biaslusEuue 13N BaTige:SNoesOs (BTS) fidnelassadana lassasnaganiakazaudn
19l 10095180 HINENRAZLEIITN BaTio 015N 0005 T LA Lit* La®* waz Vo* [(Bay.
«LixTi0.01SN00903; BLITS), (BayyLayTioo1SNgee03;BLTS), (Ba(Tipo1SNg00)iLaxOs;BTSL) & &
(Ba(Tio.01SN0,00)1,V, O5;BTSV)] ‘1‘7im?amﬁw?%ﬂg‘jﬁ%mamummLLG(“N Immmai%ﬁﬁqmwgﬁ
1200 °C vJunian 2 Falug wazannfidunes 1350-1450 °C 1uwian 4 Flug Wy luyn
wndnuandasaaiamesenalnd lnowsin BTS Uiavsuanavasiusenitienslssen

Dnwazwnselnida

dmsuLesifin BTS fifu Lt WUUE$U (BayLi,Tig91SN00903; BLITS) 7l x=0, 0.01,
0.03 wag 0.05 NUIThUNNFAIENN Lw31UN BLITS wanunasiusenineeslssoudnuasinmse
Tnifa Tnewesifudivaves T iindiu 910 16 18w 38 e x Wfiuduain 0.01 1y 0.03 wnsu
s infaunmadsanasmin 47 Wy 40 um e x Wuan 0 W 0.03 ndwntudfisduogng
WInNTeuAUINIUTUIA LY LﬁaqmﬂmslﬁdmmLﬂiuasmimL%aLﬁaLamwuz’{% AU

a

WUUanaIn 5.98 1y 5.89 ¢/cm’ uenanilwsnlin BLITS uaninisanasesgmngll

Y
AsuazAAITIlABIANYENT T (Ec~18023 1T 13737 wag Tc~43 1 42 °C anuddiv) Miin
a A Y Y ) A = a & a o a
nnsndeuvedlassasiiaenndesiuna XRD uenaniiainisaydeladidnnindaiuug
TARLTUIAANYD 11190 0NTLAU
dwSus1in BTS MiAw La®* WU (Bay.La,Tioe1SNo0sO0sBLTS) el x=0, 0.01,
0.03 uag 0.05 WU x=0.01 1w31din BLTS Nunuauandlassasamaisonalndnuians 3

S T

ﬂa%ﬁamimzmUﬁaﬁamyiaimm La®* Tuwaniia BaTigo;SNg.0s0; N15USULAS Rietveld Budu
Fwsin BLTS A1 x= 0.03 waz 0.05 filasuszuinsesslssoudn wmsyinda wazdadn
Tnglamumaaitnluwsfindisl x= 0 uaz 0.01 wa SEM uanslifiuinnisunud La®* @wise
Fudamsasyiviavennsuldedreiiteddey wsnlind x= 0.03 waz 0.05 wansALAAUNF
vodladinainiishnigamgiviesuaznisgaydeladidnasniuiu nsanasedeTiniiaves
Tnanlsiwdunsing (P,) wazrsiudamesvanuisnnlaainesiin BLTS i x= 0.03 way 0.05

Feorainannisiiegvedhilasiawuriolnasunlusideu (PNRs) sefiiuluradndaes SEM



80

FauanansuruinEniidwadevuialawy nadwdvanbuandiiiuinesinfanisasy
wawuueslsdidnninuuuUnidumeslsddnninuuusuanmoslaonisiiy La®t wiudl
Ba?* Tu A-site

dmuiesiin BTS 1AM La> WUUEFU (BaTins;SnoshLaOsBTSL) 41 x= 0, 0.005,
0.010, 0.015 @z 0.020 WU 15n BTSL 7 x=0.005-0.020 uanslassasraunasonalns
wasnuwlaudanUaoy navesn1sUSusasdennanmelidiuinge x=0.005 wsfinuanala
Sauszni1eeeslsseudnuasiinsslnuea luvas? x=0.010-0.015 wssinuanalasau
sywineedlssendn wmstlnuoauarfadn wasdl x=0.020 ws inuanswauuuddn 3nva
Fangliiuianisaseuaseseznadlusiunus A-site 989USunas La®* wa SEM vaae513n
wandliiuianissudansiulnvennsulaenisiiy La> ble x fiuain 0 Wy 0.005 v
insuanaudniesluaasd x=0.010 summLﬂsuamaaasmmnLﬁmmﬂmﬁﬁagsﬂaq La®* Tu A-
site qmmﬁ@‘%ﬁc)mgauwmLﬁﬂﬁamﬁa x w910 0 Wy 0.005 ndsantiu Te anasedis
wnifissnisnistadeunedasiadafiinen La® Tu A-site navasnsinauTfnslsdidnn
Sanuan e x Wne1n 010w 0.005 aunauans (E,) yousdnfiniy FuAnantesing
pondlauiiBannedeuiivedlauiignadistufen sy La® lu B-site wawidle x iuan
0.010 1Ju 0.015 Usueu La** ﬁa&ﬂu A-site vilHiAm LB AmEITALUUUNY YenaINTinTg
i La®* figs (x=0.020) ¥iliAmnuBamestaninszuadaluaii

dusulwsifin BTS fidin vo* WUUEL (Ba(Tigs1SN0.09)1,V403BTSV) Tnedi x=0, 0.005,
0.010, 0.015 uag 0.020 WunesIdin BTSV 7 x=0-0.005 flassairawesenalnduiqviuay
wasausenineeslsseudnuazmmselnta (0+7) Tuvaiefiwsfindid x 20.010 uanuwla
wlanUasuuazmlasiy O+T fiBudusien1sinsien XRD Gensusunss Rietveld [atmein
wiamnsylndaifinduiioniadin Vo ity wadns SEM wansliistuinnmauidinduide
By VS Ty uIansULRa sLa ALY UYe LS Ein BTSY aglur9 46-62 pm wae
5.64-5.98 g/cm’ mudfy AaansAladidnninidenasdionisidn Vo idesanndignguy
FrurumnuaziinunuLdu nanlsiwdunsdng (P) veuwsiiin BTSV anas Tuvaed
aunaudng (£) Wududle x Wivdu nansidediiifuiauandinidliianasedied
tuddnilosnnlassaiiana Aumsy LageamuILLiLYeRYSEIn BTSY MiAnannisif
a1y Vo

mﬂmiﬁﬂmmasummﬁlﬁmﬁgaLLUUQ’%’ULLawﬂﬁ‘Lu A-site 4@z B-site WUIINITUNUT
FeUszaiiuandnsiu demaliAneuunnsestiu agnatu derizeandiou Yevieuszquan

Tusumia A 38 B waganuunnsasiieg senineuiierney dedmanaaudinianignin



wazlnlihegnann madsuuugFuly A-site vl sunwiesseninsiumidessu i
uasionsiaiyiulnvonnsuazansgdsladidnnindinty nsduuuug¥ulu B-site
a¥dasinoandiauiivaglumafivlnveansy uaraunlwihaud st udesninuts
Towugnadansiedoud maduwuugvly Asite Winlddadtvuiainsuanasegiein
999NN INALNUYDI1998NTIAY FIAANTYLNBYBLNTY LAAANIUNNTDITEMIN S
ovmoudwmaliansgaudslnddnvindintu nanlsedunsinafianasuazguitviaesann
msranefveslamLinaInnsAsLUUlRly A- site nsidunuudlily Bsite andaaing
sonBlaudmalrivuininsuanas ladidnvisnidenaaiesananumuutuiarsngy waglnan
lswduanasegrannnsdisveamamnselnuea sgrlsimunavesuniaiilooouves Liv,

La> %138 V' dNaeg19u1n 98193 un15Undaulasads e wasnsiUdsunlasuasnd

£
= a ¥

YaNNLFIRRIARIDaLUanUasuAnTudne e






10.

11.

12.

Forrester, J.S., et al., Synthesis of PbTiO3 ceramics using mechanical alloying
and solid state sintering. Journal of Solid State Chemistry, 2004. 177(10): p.
3553-3559.

Medvecky, L., M. Kmecova, and K. Saksl, Study of PbZr0. 53Ti0. 4703 solid
solution formation by interaction of perovskite phases. Journal of the
European Ceramic Society, 2007. 27(4): p. 2031-2037.

Guerra, J.d.L.S., M. Lente, and J. Eiras, Non-linear dielectric properties in
based-PMN relaxor ferroelectrics. Journal of the European Ceramic Society,
2007. 27(13-15): p. 4033-4036.

Markovi¢, S., et al. Dielectric and ferroelectric properties of BaTil-xSnxO3
multilayered ceramics. in Materials science forum. 2007. Trans Tech Publ.
Upadhyay, S.K., et al., Electro-caloric effect in lead-free Sn doped BaTiO3
ceramics at room temperature and low applied fields. Applied physics letters,
2014. 105(11): p. 112907.

Bechmann, R., Elastic, piezoelectric, and dielectric constants of polarized
barium titanate ceramics and some applications of the piezoelectric
equations. The Journal of the Acoustical Society of America, 1956. 28(3): p.
347-350.

Panda, P. and B. Sahoo, PZT to lead free piezo ceramics: a review.
Ferroelectrics, 2015. 474(1): p. 128-143.

Liu, W., et al., Large piezoelectric performance of Sn doped BaTiO3 ceramics
deviating from quadruple point. Journal of Alloys and Compounds, 2017. 712:
p. 1-6.

Slouka, C., et al,, The effect of acceptor and donor doping on oxygen vacancy
concentrations in lead zirconate titanate (PZT). Materials, 2016. 9(11): p. 945.
Randall, C. and A. Bhalla, Nanostructural-property relations in complex lead
perovskites. Japanese journal of applied physics, 1990. 29(2R): p. 327.

Jaffe, B., WR COOK and H. JAFFE, “Piezoelectric Ceramics”. 1971, Academic
Press, New York.

Haertling, G.H., Ferroelectric ceramics: history and technology. Journal of the

American Ceramic Society, 1999. 82(4): p. 797-818.



13.

14.

15.

16.

17.

18.

19.

20.

21.

22.

23.

24.

25.

26.

84

Herbert, J., Ceramic dielectrics and capacitors. Vol. 6. 1985: CRC Press.
Allaguns, 4., Tanuiiwan. 2558, vouwnu: Isefiuiuninendevounnu

FusAsauysal, a., ﬂizmumwizﬁwiﬁm%’uLézjiwﬁﬂ%guqﬂ lulenansusenaunisasuseiv 1.
2. 210443. 1992, Wedluid: MAdnAand AugInemans uuninedulesivg

Patil, K.C,, S. Aruna, and T. Mimani, Combustion synthesis: an update. Current
opinion in solid state and materials science, 2002. 6(6): p. 507-512.

YUNY, d.a.l., w3 avendisdAnunlsndy, m%‘laqﬁaiﬁamﬁa@: mqwﬁuazmsv‘hmmﬁaaﬁu.
2543, nganne: ddnfiungIan sl Inede.

VINsed, 5., WANFNAN$3dend X-ray Crystallography. 2 ed. 2563, fiwajlan madvand
AMZINYIFENS UNTINIABULIALS. 390.

Audenua, n., NAsgansIAUBidnasounUUdesnInLazgUnsallasIzisns diend, \3ndile
AemeTan: nuiuasnsvinnudesiu. 2545, ngavma: difnfsignansaiuminedy
Lee, S., C.A. Randall, and Z.K. Liu, Modified phase diagram for the barium
oxide-titanium dioxide system for the ferroelectric barium titanate. Journal of
the American Ceramic Society, 2007. 90(8): p. 2589-2594.

Merz, W.J., The electric and optical behavior of BaTi O 3 single-domain
crystals. Physical Review, 1949. 76(8): p. 1221.

Levin, I., V. Krayzman, and J.C. Woicik, Local-structure origins of the sustained
Curie temperature in (Ba, Ca) TiO3 ferroelectrics. Applied Physics Letters,
2013. 102(16): p. 162906.

Dong, L., D.S. Stone, and R.S. Lakes, Enhanced dielectric and piezoelectric
properties of x BaZrO3-(1- x) BaTiO3 ceramics. Journal of Applied Physics,
2012. 111(8): p. 084107.

Yao, Y., et al,, Large piezoelectricity and dielectric permittivity in BaTiO3-
xBaSnO3 system: The role of phase coexisting. Europhysics Letters, 2012.
98(2): p. 27008.

Lou, Q., et al., Ferroelectric properties of Li-doped BaTiO3 ceramics. Journal
of the American Ceramic Society, 2018. 101(8): p. 3597-3604.

Guvenc, C.M. and U. Adem, Influence of aging on electrocaloric effect in Li+
doped BaTiO3 ceramics. Journal of Alloys and Compounds, 2019. 791: p. 674-
680.



27.

28.

29.

30.

31.

32.

33.

34.

35.

36.

37.

38.

85

Yakout, S., Influence of Na and Na/Fe doping on the dielectric constant,
ferromagnetic and sunlight photocatalytic properties of BaTiO3 perovskite.
Journal of Solid State Chemistry, 2020. 290: p. 121517.

Hwang, J.H. and Y.H. Han, Electrical properties of cerium -doped BaTiO3.
Journal of the American Ceramic Society, 2001. 84(8): p. 1750-1754.

Ren, P., et al., Effects of doping sites on electrical properties of yttrium doped
BaTiO3. Materials Letters, 2016. 174: p. 197-200.

Han, F., et al., A systematic modification of the large electrocaloric effect
within a broad temperature range in rare-earth doped BaTiO 3 ceramics.
Journal of Materials Chemistry C, 2016. 4(9): p. 1842-1849.

Wang, X., et al., Dielectric, piezoelectric and conduction properties of yttrium
acceptor-doped BaTiO 3 ceramics. Journal of Materials Science: Materials in
Electronics, 2016. 27: p. 11762-11769.

Prades, M., et al., Polymorphism of BaTiO3 acceptor doped with Mn3+, Fe3+,
and Ti3+. Journal of the American Ceramic Society, 2008. 91(7): p. 2364-2366.

Mousharraf, A. and M.F. Islam, Effect of Ta205 doping on the microstructure
and dielectric properties of BaTiO3 based ceramics. International Journal of
Automotive and Mechanical Engineering, 2013. 7: p. 840-849.

Sharma, P., et al., Study of structural, dielectric, ferroelectric and magnetic
properties of vanadium doped BCT ceramics. Ceramics International, 2019.
45(16): p. 20368-20378.

Sindhu, M., et al., Rietveld refinement and impedance spectroscopy of
calcium titanate. Current Applied Physics, 2012. 12(6): p. 1429-1435.

SPUSTA, P.B.T. and R. KAREL, Study of transition from open to closed porosity
stage during sintering of advanced ceramic materials. 2015, Brno.

Zeng, F., et al., Dielectric loss models, relaxor behavior and high ferroelectric
properties of BCZTS-x ST ceramics. Journal of Materials Science: Materials in
Electronics, 2018. 29: p. 18978-18988.

Li, D., et al., PE hysteresis loop going slim in [Ba. sub. 0.3][Sr. sub. 0.7] Ti [O.
sub. 3]-modified [Bi. sub. 0.5][Na. sub. 0.5] Ti [O. sub. 3] ceramics for energy
storage applications. Journal of Advanced Ceramics, 2020. 9(2): p. 183-193.



39.

40.

41.

4az.

43.

a4.

45.

ae.

47.

48.

49.

86

Jin, L., F. Li, and S. Zhang, Decoding the fingerprint of ferroelectric loops:
comprehension of the material properties and structures. Journal of the
American Ceramic Society, 2014. 97(1): p. 1-27.

Cao, W. and C.A. Randall, Grain size and domain size relations in bulk ceramic
ferroelectric materials. Journal of Physics and Chemistry of Solids, 1996.
57(10): p. 1499-1505.

Petrovi¢, M.V., et al., Electrical properties of lanthanum doped barium
titanate ceramics. Materials characterization, 2011. 62(10): p. 1000-1006.

Li, W., et al. Structure and dielectric behavior of La-doped BaTiO3 ceramics.
in Advanced Materials Research. 2010. Trans Tech Publ.

Buscaglia, V., et al., Grain size and ¢rain boundary-related effects on the
properties of nanocrystalline barium titanate ceramics. Journal of the
European Ceramic Society, 2006. 26(14): p. 2889-2898.

Palei, P. and P. Kumar, Dielectric, ferroelectric and piezoelectric properties of
(1- x)[KO. 5Na0. 5NbO3]- x [LiSbO3] ceramics. Journal of Physics and
Chemistry of Solids, 2012. 73(7): p. 827-833.

Zhu, H.-e., et al., Structure and electrical properties of SrZrO 3-modified (K,
Na, Li)(Nb, Ta) O 3 lead-free piezoelectric ceramics. Journal of Materials
Science: Materials in Electronics, 2018. 29: p. 3905-3911.

Bijalwan, V., P. Tofel, and V. Holcman, Grain size dependence of the
microstructures and functional properties of (Ba0. 85 Ca0. 15-x Ce x)(Zr0. 1
Ti0. 9) O3 lead-free piezoelectric ceramics. Journal of Asian Ceramic Societies,
2018. 6(4): p. 384-393.

Kim, J.S., et al,, Polarization characteristics of high valence ion doped bismuth
lanthanum titanate ceramics. Integrated Ferroelectrics, 2004. 65(1): p. 39-47.
Rayssi, C., et al., Frequency and temperature-dependence of dielectric
permittivity and electric modulus studies of the solid solution Ca 0.85 Er 0.1
Ti 1- x Co 4x/3 O 3 (0< x< 0.1). Rsc Advances, 2018. 8(31): p. 17139-17150.
Curecheriu, L., et al., Effect of porosity on functional properties of lead-free
piezoelectric BaZr0. 15Ti0. 8503 porous ceramics. Materials, 2020. 13(15): p.
3324.



50.

87

Damjanovic, D. and M. Demartin, Contribution of the irreversible displacement
of domain walls to the piezoelectric effect in barium titanate and lead

zirconate titanate ceramics. Journal of Physics: Condensed Matter, 1997.

9(23): p. 4943,



	บทคัดย่อภาษาไทย
	บทคัดย่อภาษาอังกฤษ
	ประกาศคุณูปการ
	สารบัญ
	สารบัญตาราง
	สารบัญภาพ
	บทที่ 1  บทนำ
	บทที่ 2 ทฤษฎีและงานวิจัยที่เกี่ยวข้อง
	บทที่ 3 วิธีดำเนินการวิจัย
	บทที่ 4 ผลการทอลดงและการอภิปราย
	บทที่ 5 บทสรุป
	บรรณานุกรม
	ประวัติผู้วิจัย

