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Abstract

The influence of Ba(Al,,Nb, ,)O, on the properties of PbZrO, and PbTiO, was investigated in this special
project. Polycrystalline samples of (1-x)PbZrO,-xBa(Al,,Nb, ,)O,; (1-x)PZ-xBAN where x = 0.02-0.30 ,
and (1-x)PbTiO,~xBa(Al,,Nb,,)O;; (1-x)PT-xBAN where x = 0.10-0.50 were prepared by the
conventional solid solution method. The X-ray diffraction (XRD) was used to investigate pure phase
perovskite in sintered ceramics. Moreover / dielectric and ferroelectric properties have been determined
via dielectric spectroscopy and hysteresis loop measurement, respectively. In PZ-BAN system, Phase pure
perovskite was obtained for all compositions. Furthermore, a change from orthorhombic to rhombohedral
symmetry was observed as the mole fraction of increased BAN. As a result, it was found that PZ-BAN
undergoes successive transitions from the antiferroelectric phase to the ferroelectric phase to the
paraelectric state. In PT-BAN system, A single perovskite phase with tetragonal symmetry was obtained
for Ba(Al,,Nb,,)O, (BAN) substitutions up 40 mol%. The dielectric measurement indicated that the
transition temperature decreased linearly with increasing BAN content. P-E loops revealed an increase in
remanent polarization(Pr) with the addition of BAN. Overall, the dielectric and piezoelectric properties

showed significant improvement when BAN was added.

Keywords : Orthorhombic, Rhombohedral, Tetragonal, Antiferrorelectric, Ferrorelectric, Paraelectric,

Dielectric
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a ot 2 : < A v
2. ASFUIABSHIINA1N (Intermediate stage of sintering) gw;uniuaﬂmamq‘nm?mmw
ga @ A J &L o Y o/ ny A a U
symalndFafuundauiohlilinsnadvesduay GunAMIUIETYBUINTUBYIN
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3. M3Funes¥29gAIg (Final stage of sintering) flugaeig w;uﬂ'aﬂqﬂﬁﬁamatiw%'m

nazmelllufige TagodonsunsvesmaeenuImveunsunazngaoen 1an
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y a J 1o a o ' a IR
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UNN 3

IEN1INAADY

YNiiarna1nemsmseus1in lusg Uy (1-x)PbZrO,-xBa(Al,,Nb, ,)O, (PZ-BAN) uaz (1-

»)PbTIO,xBa(Al,,Nb, ,)O, (PT-BAN) Auimniinilfisenaaiuzueauds (Solid state reaction) Ing

Sual x luszuy PZ-BAN SAUMAY 0.02 0.04 0.06 0.08 0.10 0.20 LAz 0.30 A1UTUILVU PT-

BAN fmuald x 91180 0.10 0.20 0.30 0.40 1@z 0.50 Nt uys1inimson 1@ Ay

a Y @ =] L4 va
TA39a519WaN (Crystal structure) AUNALANSIAGNUUUDITITIONT ATINAOUANVANIIMUAIN

va a Y 9 = = 3/,
aufamaldih wgAnssumenwdounaz laseaiegania lasiisvazidoataziuaounis
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NATIIPNU

e
3.1 msnunglumInaass

1:

@A()oen lae (PbO) ANUTANT 99.5% Wan 1ag1TEN Kanto chemical 1l5zinet

yiju

. e Iouvyeenlag (2r0,) ANWUTANT 99.0% Wia 1ABLTEN Fluka Ysemst

a I3 J
FIOUYDILAUA

r'd a Q( 1 a a o
. LUGBUMSUBILA (BaCO,) ANNUTENTHINNT 99.0% HOA 1ATYTEN Fluka Jszma

a 3 J
AINNYDILIAUA

a 4 a = 0 a a o
oqiliiivweenlun (ALO,) ANUUTENTNINNT 99.0% HAR IAVUTEN Fluka s
B

¢ ¢
TINYDILUAUR

- uTedlou(v)een lad (Nb,0,) ANNLTNS 99.9% Hia TasuTEM Aldich Uszme

AMTTOTM

. Tnidlguvyeen e (Tio,) AMMUTNEINANT 99.0% Wan TasLTEM Aldich sz

ANTFoINTM
4
(®1N140a (Ethyl alcohol) ANNUTANT 99.9% Han Tas1THN Merh Uszimaos s
a a I'4 a a v a 4 o
na lhilaeanaaad (PVA) Waa 1agUSEN Fluka Useimaaiaasuaua

RIS (Sliver plate)
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32 gUnsainazinsesienlilumsnaaes
1. wanaaanniourhila
2. WauaEes 1Ay (Zerconia)
3. IAnesYUIA 100 500 LAz 1000 Tadans
4. 1A309HIRINEARIINAZIDEA 0.0001 NTU WAA TALUSEMN Sartorius
5. daudnmsmalvaunuad
6. 9UnsaiAAvLIA (Sieve)
7. nyzaulond (Foil)
8. NIZATHNTILILBST 600 LA 1000
9. ATANLALATIS
10.9uEu 1A NSeU (Hot plate)
1. unamandmiunauans
ol

1a o o @ [} o a a
12.LLMWNWTﬁ‘WgﬁTﬁiﬂﬂﬂ‘llu:i’ﬂﬂlu'lﬂlfsfluWTﬂuﬂﬂﬁ'N 10 WaatuAg

4
=2

13. i Tangdwsudatugduinadusgudnas 15 aduns

14150983z 18 Tasan

15.1n051fsaatilos (Vemier)

16.AuNHY

17.052%50U

18.91 ’JEJ@QﬁLH (Alumina crucible)

19.N52UONAALNIUDY

20.NILAHNYY

21. govarsgamgil 200 BIFNATBA HAA 1AUTHN Fisher Scientific

2211 Iihgaimgil 1,500 osrugraied Han 1ABUTEN Vecstar

23.19399UATEIASLULLIALA (Ball-milling)

241059 oIsUFvaauALTwAAD5 Uie 03 (Differential Scanning Calorimeter) WA 1Ay
U3HYN Perkin Elmer 34 DSC 7

251399329 AOUMIAREUVLVEISITENT (X-ray diffractometer) $4 D 8 Advane

26.18039aN3IAIBIANATOLUULABINTIA (Scanning electron microscope) HAA 1AYLTHY
LEO 34 LEO 1455 VP

27,150 aauiAmles 158:8nn5nnan TagwTiiv Radiant §U RT66B high voltage 4 kV

28,193 padans1 Tfindnan TavuSEin Fight

29.19509 LCR meter Wan 1ngUTHN Hewlett-Packard Inc. 31 HP-4284
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33 NIZUIUMIIAIEETINN PZ-BAN msmaiindfsenaonuzveauds

(Solid statereaction)

331 AITUIUNSIAIENRAUYTIND PZ-BAN
a a J = a A
nseSeunaysinluszvuaaes laua-uuSouegiion 1y Toiua(1x)PbZO;-
o z { a = Y ' Jd
xBa(Al, Nb, )0, (PZ-BAN) lasmsthasaeduiilinnuusqnigeldun iaa@neen lua (Pbo)
4 Jd 4 a 4
o3 Talenavioen lod (210, uuSsumiueiua (Baco,) eogiifisusen’lud (ALO,) uag
= Jd A A &L A 1w
TuTedion(vyeonlasa (Nb,0,) tilo x Aodadiu Tag Tuadaiianuviny 0.02 0.04 0.06 0.08 0.10 0.20
° o v 1 1 a a < 2 A Y a
uaz 0.30 11 I FamudadauTuadquaznauadluvianaraaniussydiavuacses latlouauau
S| VA 3 [~} o ) a o 4 '
enmueailumsnadetulfidudiauawes Tadistlarhlvailn udrvaih ldnwuaiesuadesms
5 2 o ! g & > Ny { 3
wuuiaua (Ball-milling) (Fagui 3.1) dunar 18 $21ue mihansinauasaGouiosudnn
' = 4 a aa 9 Aa < o a9 9y 14
moeenldludnnesvuia 1000 faddas aeasnAadaawes ladoalgenmuoalivua uad
olll v 199 v Yy 9 v LR
ldsemslemusasendlomumulinuion (Hot plate) Wiouaduniuasunsuiman
Y 2 o ) a ~ 4 ' Y ¥ o
aaeanal a9t lleuudelnmeugungll 100 srnivaIded IWONIHIUMTBDLWINAY
I a a a 4 ° Jd
unaziBuaduasnnenuams mldiiuegiiu (Alumina crucible) UarhIiatindioth luaa la]

a =)

{ [~ o @ g a
(Calcination) Migaivqil 900 verusaFomiluia 4 51 Tuelaslignsvuasvesgungil 5 09m

Y

Y
Y

S ' ~ ) AN ¥ 0 a d @ 4 Y a d’, v A
IFAUFITADUIN i]1ﬂuu‘H']WﬁVlhlﬂvlﬂ‘Vl'lﬂ1§W’q%ul'ﬂﬂﬁﬂ‘]elﬂ!“ll'ENﬁ']iﬂ?ﬂlﬂﬂﬂﬂﬂWiLﬁﬂ?LUuﬂJﬂ\‘]i\‘]ﬁ
8. d
10N (XRD)

332 NIZUIUMINIENGIAESINA PZ-BAN

Y
=

o a A A Y v 9 o [ < a Y
waws i PZ-BAN fimion1d9iniade 3.3.1 wiiimsdevuguiiamsiiinlasualn
a2BuALAZIIMIAALEAYLIA (Sieve) ANWAZIBEA 100 mesh A NIWAUTIITANHIUM IAAUN
Y Uiird o qvl a ¢ = Yy Yy
ynaudnntenseazylszaina 1.5 nSunanInd lailaseanasea (PVA) nanududusesas 5 lag
:’ @ y o Y 4 @ g ' o @ g
ihminfedududentsram Wrameiuaiu Taold sz 12 e uazih T davugaluy
[ SR 0 4 @ a Y { @ a e v g
uiu Tangduniosdaszuu la Tasan Tagldanuaud 2 6 2 infnaziindy 3 duidunm 1
= ay Ay Y A o o <1 A’f o ] A Ay y = 9 a
i Funuildzidnyazduidanay andududamsidni launseeasludivegiiu
= 5 @ ~ o < a 9 J A [
(Alumina crucible) (#9310 3.2) Tavimsnaudamsilindrsnaaawes lnua (PZ) iefloaiu
a o 3 a o Y a Yy 9 K a T e
mgaudvvesnzmeennndawslini IMiAagnumeluldudnenavegiiviiudnduiione
a ) 3 a 9 a a o a 4 H
Tumsnsznegavgiiliings niniudadhdrsegiiun Idatinudvai 1w dwnes (Sinter) 7
a S o @ 3 a
gaung 199 1100-1300 eeruaifod 1unat 6 ¥1luslasiidnsvuasvesgaungil 5 09m

a i)

' a g 3 a o 1 g
L%ﬁl%ﬂﬂﬂ@uTﬁ Iﬂﬂﬂ'ﬁm']“]fuLﬂﬂiLllﬂl“lﬁ'luﬂﬂzﬁgl}ﬂﬂVl']ﬂ']'ilWTLl“]fﬁﬂqmﬁﬂll 500 f]\‘lﬁ'll"lfﬁl;"b’ﬂﬁlﬂu

u

a ~ A o

' v 14
Py 2 93 Tus Teasiunsvesguugll 2 serwaliuaasuii ties1ia PVA oon 11 a1miy

241 g a AU, 2 asg Y a P
Jeihmaiugamgivude llsudsgurgin 4 lumsmndunes
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3.4 NIZIUMSRIENEH PT-BAN damatinlfiseaaiuzveanda

(Solid state reaction)

34.1 ASTUIUMIIATEURAUTTINN PT-BAN

a A

maesounayialuszuuma lnmua-uniSsueqiiiion luTeiua(1-x)PLTiIO,-

QU

= 9y U

*Ba(Al_Nb )0, (PT-BAN) Tasmsihasesduiiinnuuianigeldun imaoeen lud (Pbo)

Q

= d . a o a A 4
Tnmiienavieonlod (Tio) wuSsumsuoma (BaCo,) ogiltHewesnlya (ALO,) Ay
a 4 A A W 1 L a [
TuTeidouvyeon lae (Nb,0,) tilo x Aodadau Tag TuadelianumiAy 0.10 0.20 0.30 0.40 LAz 0.50
) ) [ U [ el [~ o a
i lFsmudadauTuameuasnavasluviananadniussudiauawes Indloududuenven
o 1A 3 4 2 A A ° 4 ' 3
dumsvaeduldidudavames Iadetladlvain var3airlUnsuuasesuagesasuuuiia
At o et g -y e A QA v
UA (Ball-milling) (R33U7 3.1) Wunar 18 ¥2lue Mintwhmsinamaisouiosuanumesn
] o a aa {a 3 o o
Tdludnmneduuia 1000 Taaaas aearsnaalauaises ladledsenyealivua udnirld
1 u,/’ 5 T <]
sumolomuoavondlowuny 1ianuden (Hot plate) wiouisiluniudrounmimanaasaal
Y & o ] a = A v Y] Y o a
wdrsarh leuudalumieugaumgil 100 esAuraIFyd WarIHIUMTOUUNRY LanhinuaAnzBYe

1 a a a 4 ) 4
Sreasnnenuadsinlddaueqdul  (Alumina  crucible)  TadlWaimieiiluaa ol

]
=

5 . a [ ) [ 3 a
(Calcination) Nigamail 1000 pamaFomiunaT 4 32 1us lasfisnT1AnaBIgUNYIT 5 BIN
v

9

@ o

~ ' ~ AN Y 0 a J @ d 9 a dy v
IHAUFYTADUIN mﬂuuu1ww'lﬂ"lﬂmmiwqﬂmaﬂaﬂymmmfmﬂwmﬂuﬂmsmmmummim
=4
10n% (XRD)

3.42 NITUIUMSIN LA PT-BAN

a

o a A A 9y v 9 o [ dy <3
UINIYITIND PT-BAN mmﬂn"lﬂmﬂﬂ’ma 3.4.1 3J'W]'Iﬂ']i@ﬂﬂluzﬂﬂlﬂl“ﬁi’lﬂﬂiﬂﬂﬂﬂ

WRazdoanuaziinisAaLenyuIa (Sieve) AINAZOA 100 mesh 1AV WIWULTTANHIUATTAA

Y S o ay a % A Yy 9 v
lwﬂ"’llu']ﬂlmjﬂﬂﬁﬂﬁQagﬂﬁ&’lnﬂ‘l 1:5 ﬂiNWﬁﬂJIWﬂqjuﬁLl@ﬁﬂeaﬂﬂ (PVA) NANUINIUTERY 5

Y
v Ak

2’ Y 4 [~ [ 4 ' 5 o v
Taeriniades]usadentseauldnametuaiu Tnolaliszana 1-2 vea waziilUsavy
1a J 4 [ a o { v = ~{ ) d
sl langdrunSesdnszun lalasin Taeldanuaui 2 du 2 wiuagimuilu 3 Audly
S Ay ey 4 4 st g M o
a1 1w suanun 1dveidrvaziudanay viniuiuliamsiing lduiseeasludivegiiun
% » @ ~ o <4 a 9 J A [
(Alumina crucible) (#9317 3.2) Tagimsnavdiaesinalenaaasas laa (PZ) oty

a o [ a o Y a Yy 9y K a v A qa: A
ﬂ'liqmulﬁﬂﬂ]ﬂﬁﬂgﬂ'.)ﬂ@ﬂi]']ﬂmﬂl"lﬁ?uﬂﬂfl’ﬂLﬂﬂiWiuﬂ']UﬂluvlﬂLm'J%QﬂﬁUE]'ﬁilu'WﬁJfJﬂ“]fuLW@%')U
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=

a v 3 a a a o a 4
Tumsnsznegangiliings nniuilashdveginTiatinud v ldwnFumes (Sinter) #
A S v @ 4 a
gUMQIA19Y 1100-1300 parnuwadvaituma 2 4 uazé 33 us Tasldns1vuasvosgungi 5

[ a -~ a o A a
paraFeaaeui lasmsmdumes iamsiiinizdosinmsmusngungil 500 osrraGua

a

[ o - v dgl a ' A A o w
Lﬂunmmu 2 ‘D”JIIN UDATIVUDIVPUNYY 2 DIA UG AUBYITADUIN INDN1IA PVA E]E)ﬂvl‘ﬂ
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3 2 Loo A Q:g 1 =2 addq Y a o
nmiutehmsiugavgivuae lwdegungidnlslumsmndunes
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hila

99l

ANNAL

4L fieesin

29l

y 1Y < a A
51 32 msdaiSeadiasiinludasegiin

]| Y a A v g <
35  msasvasuaNnuiluxanaIsmALANIEEAVUVLITIAIBNY (XRD)
o a < A A A o o 2 9 a n:ly
shrssinazfiawiafieien]d iihmsasiefansudundndiemaiiansbe
[ . é N a ¥ T o
YoseEnd (X-ray diffractometer 138 XRD) FufunTesiioTinsziiugnuuyhihae

19613 (Non-destructive analysis) teANB1TASI03 19MAN (Crystal structure) HAZA3 Jalse9er A

9

i
é v A
Y3390

Ay

v o o S [ e i d: a @
YBITINANC TasedendnmsaouvesisdiBndinzmsnszifavesisididng luaulie

A t:iy v A g  J 9 <2 4 @ {
!‘Vlﬂuﬂﬂ15!ﬁﬂ?!ﬂu“\lﬂ\ﬁ\iﬂ!'ﬂﬂ"ﬂ{luﬂ’l'iﬂ']Tﬂﬁ'\iﬁi’NNﬁﬂ!!ﬁzﬂﬁﬂﬂiz NOUUBINITAIDY I
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g { a o [l a a 5 s &
BNFIZANNTENUUURUAIVBIANTAI0619EUAANITATLIIT (Scattering) UALIAYIVY F Y
Vv v v
TumsdsnuuuanasiulUiuediuTassadnanszuiy ( k D Ssdannsgnumeludiedig
A t:iy u’: S v @ 3 4‘! ) té = Y
TasNASAEAVUNHIL T NYAULIRNIZYDIAITAIUUY 1AZIUDHUAT0I1UDATIVIA (Detector) U1
[ a v a a 4 @ ] v <] Y1 g a =
Sunsnsziievesfididndindiedialuyudisg Aawisaasiaaeuldinduaissialad
v =2 3 s £ | !
Taseafananuunla Tasvzduldmunguewusnn (Bragg’s law) HIeu1501M1T 0L MINTENI

52114 Tasodeanns (3.1)
2d sin @ =nA (3.1

{o d= 528 NIEHINTSUU0INEN (hk 1)
1 v a d d @ P
0= YNITNINTITONTANATZNUAVIZUIVYOIHAN
o I
n=31uuanleg a=1,2,3,..)
A YIS Gt e TIRY 5
A = AU AUVDISITDNFUAUNINDY 1.54056 A
=\ dy [ d' é [ d' 1 9 1 1 S o d'
uagfiguuumsideany @i 3.3) GeasinaredIinmsugaza s anYULRNIINLIN
1 [ =4 ) dy d‘ 9 = (% 9
uananaiu i) Ssamnsadgduuumsifennuiinssedeu ldaunisuiudeyainasgu (JCPDS

4 I~ o
files) oA doUANMUTURANIAZRIATENoVVRIAT 1A

dsin®

—® ® @ © P —

a d’l v A d d
51.]7] 33 E‘ﬂLL‘U‘Uﬂ’]ﬁLaU'JL‘Uusllﬂ\jﬁ\iﬁl'ﬂﬂ“]ffﬂ']ﬂjgu'lusl]@Q@gﬂ@ll [35]

U

3.6 NINIIVABVUANTANINIYNINVBAUBIIND

3.6.1 MSMIAIANNANINUY

v 5.
AR NUNU MU UV UET TN U RN ENNITUNUNIIV0915ANAT  (Archimedes)

e L B ] -

Tagthinims oy Idinduluinduiuna 2 2 Tuae 1iudn Tdununemamelug
3 a :ll Qy Yq Y I ~ a gy o ) :l v a g’

winveudiasiin vinnune 3 lHiBungamgiivies uazimsFaimingsdnluh wy)

u’;’ o o a [ o = Y KX o o a 9 v P
mﬂuummmcﬁiWﬂmmﬁﬂﬁmmmewmmﬂﬂﬂ (Wz) LLﬁ'J“\NU'IUJﬂL“Iﬁ'UJﬂ‘Jl‘]J'E)'ULLWQGlu%:ljall1’]

a < ' 9y o 0 v 3’ @ a
ﬂﬂ!ﬁﬂllﬂi%ﬁlﬂm 100 'E]Qﬁﬂ“]f'ﬁL%Uﬁlﬂunﬁ’l@ﬂ’lﬂu@ﬂ 24 ‘If')IiNLLﬂ$1J'IlJ'I"INU']TTuﬂl"lﬁ’]ﬂﬂ‘“mg

q u



32

o 1 § o ) a 7 { é
uds (W) uazihami ldndasmanununivveussiin laserdeaunsi (3.2) Famunse

a a 1w < a
ﬂ@ﬂﬂﬁgﬁ‘ﬂﬁﬂq‘ws\]ﬂ\‘]ﬂ']ﬁlLuu“ﬂ’Jﬂ']chlulﬂJﬂlmi']llﬂulﬁ

e (_W__) X PH,O (3.2)

PH,O 9 AWMU WL UYDINgUH

TR
7= Y

Vv
W, Ain Hminve s N NFIvazLIa (g)
A ;’ v a d'n'/ =}
W, 1D niinve s mnnrevazlen (g)
A g’ % a d' q'/ :‘
W, 10 yvinupas N luii (g)
3.62 MIMIAMITHANINAINMIIH
[V o a =] a o a [
14mmﬂmmimeumasmﬂwsmm‘%ﬂu%’aﬂuéﬁ FINITOUULTINANINTIITDUNIAN
@ [~ a @ v A Y 4 . [V
m‘i‘H@W\U‘U?Nlllﬂmﬁ’lllﬂ‘ﬂ’ﬂﬂﬂ15!Nﬂugﬂﬂl@ﬁﬂﬁﬁﬂﬁ?t‘mlﬁu (Linear shrinkage) Tasn153a910n
1 4 [~ a U [ a 4 o [ { o
Lﬁjumf'fuﬂﬂaN‘U?NLN@Mﬁ‘JJﬂﬂ@‘HLNHLﬁZHﬁQLW’I“]mmei wahan lduidiulranifesaznvia

@ I~ a @ v
FrvpudialrI1in Inge1fuaun1sn (3.3)

B R, R,
NMINARI %=1 — | X 100 (3.3)
R

A A Y v Jd g3 a J a 4
o R, A0 L’ﬁuN'lfjllJEJﬂﬁNﬂJfNLllﬂl“]ii?ﬂﬂﬂﬂﬂlﬂ?“ﬁum@i

v o < a @ a 4
R, ﬁ't’] Lﬁ'umquUﬂmamaﬁsum%ﬂuﬂﬂaemwumE)i

wa ﬁ
37 msaseaeuanamalnih
QA a g )
371 MIASIARUANIAIAENNIH
wva ad a o 1 @ @ 4 [
Tumsasrvaeuauiamaladiannindrensiamanmeoudunus (€) uazains
= ad a Y (] yas o 1 [ <
gapdemaladiannsn (tan 8) YoM IABL1 1435 Iamanuauso lumsdnnulssgueamsi
a ) 1 v o @ [ < a {
fnuazfuIuIA A NeeNFURNS Iaoofeauns (3.4) lasvadamrsinims oy 18 ey
v
) o 4 @

wazyuuduaeeaty Tasldnszarunsoiwes 600 uaz 1000 ¥ald ldanunuilssuin 1
PR & ] A v a o d ~ 2 Yy v v
Safwas ManuazenalunIeedanst laind Wumal 10 win aniuldeuliudsdremiow
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O
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yournnaaesdudInai lunngungil 780 ssrmademilunar 20 w1 lavlidns1uas
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=} J a A Y a Y a o Aa <] a 3 o o 1
10 psruraiFaaeuiiel i niuuiwazfaduRudamsia simimi i Samanug 1w

A

1w adg a { a
wazmdszneugademaladidanindiuinTos LCR meter N729gaMinod91d 300 937
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Eyasee NAINA 110 wag 100 kHz

dc
E=r (3.4)
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0

4 1 o v 7 ) [}
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1 [ @ e 1 E
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d A9 ANUNUIVDIAIIAIBE1

'
1 A % 1
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=
1N3(DSC)
masinadielsFvadunuilunaeiiuns (0so) WumaiinnldnanmsTagangiuag

a A

{ 9y 2 [ @
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Y
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d' a d' a v d’ dy
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TduuanaziinlUasrnaeungAnssuniennusoudlIsnIed DSC 03A1sEndUYBAATEY DSC
Y v

o 1 o a o 9 o v [ [ [}
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