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ABSTRACT

In this study, we reported on the thermal expansion coefficients,
microstructures, dielectric properties, microwaves properties, and
magnetic properties of Bi(Feoos5xMnoosTix)Os (x=0, 0.025, 0.05, 0.075,
0.1) magnetoelectric composites prepared by sol-gel method and solid
state method. Doping of Mn and Ti has obvious influence on the
properties of the BFMTO composites.

The thermal expansion coefficients of BEMTO composites rise after
doping 5 mol% of Mn but decrease with increase doping amount of Ti.
The Bi(FeossMno.osTio.10)O3 composite prepared by solid state method
exhibits the lowest thermal expansion coefficient of 7.87 ppm/°C.

The Bi(Feo.ssMno.osTioo75)Os bulk and thin film measured by
impedance analyzer both exhibit the highest dielectric. constants and
lowest loss tangents at 30 MHz.

The magnetic properties of BFMTO composites are enhanced after
doping of Mn and Ti. Nevertheless, the variation of magnetic properties is
not significant.

The Bi(Feo.g75sMno.os Tioo75)O3 composites prepared by sol-gel and
solid state methods exhibit the highest dielectric constants of 4.65 and

4.83 at 3.5 GHz, respectively.

Keywords: BiFeOs; magnetoelectric composites; dielectric constant; loss

tangent; magnetic properties.
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2-1-2 & it ﬁﬂ#_ (polarized mechanism)

Tt AR e E0T pul R IR IR ST
BAE S 2 AR R 4oB2.300 T o g 4 uE S g Ao §]2.408
»:Lrﬁ- o
(1) = & & i (electronic polarization ; ae) :

THECEFZRFPATFZLP ST HEY T F AP
EEL VRS P S L AR B & A S L
THB T IBEETY A R RGARKRE f R LRG0 T
PR FHEE TG e THER T A gx o a F L TR ALY RS
rER S Flary Py L R SR FE
(2) &+ & 1v(ionic polarization ; ai) :

Bt T RF SO A THITHT o R4
FPrwmE P el P i TREF LR A AL R
Bt F R *”fﬂ%"éf”* ST ) B
(3) % i 4& i (dipole polarization ; ad) :

P E S THPE 0 NINT BRI 0 A e T B ER
ToBBEREFTHFTES A A4 B Efoieit o F]L g K
ABIROFE S TP R BRI I T 4 39 L7 H3 K/Tt/ -

ERAT AR RAa TR A- SKBIHET 2 ¥R o



(4) =% BT j71& 1 (space charges polarization ; os) :
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A

ZRELFEAFL A A AR E P d T BT R
PR - S F U RFREBRFET 0 XN 6 PR

o BE ARG F T HS eI - F 43t 8 R (grain
boundary) s* 4p % (phase boundary)_* o

TP ORI ()5 B AR A b o dest 21

o= oe+ ai+od+as (2-1)

S B S R i G MBS T e e T
(cutoff frequency)= % Fp e » T =+ & { gt AL 4F & 5 5 1014~ 108 Hz »
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210°Hz e § b THAEF A NH B A F P R BFEE T L
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FREOA T HR AR F BE e
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2-13 KRB

TRMPE A THFE Togg iR EA L PEEAT
Fo-&ag HEZATRFT L ATV HREFLAL > o
(1) 4 & % #c(dielectric constant ; €)

BN RS e~ RE NV R M- THE Qo B

NV Ao AN 2-2

Q=CxV (2-2)

HY Q ikt eT mE(E G > Coulomb) » V & 54cend BR(KRE >

\Voltage) » C & & % (G

N

£ % > Faraday) °

NEFERFF S RFEA B ERAHRE < F hikwa plA T

v

2’;1’\?’,1‘1%7‘,:?

C, =&x

N
d 23

AP OAGR TG d AT ERLER e 2 AT A
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A% ¥ Hceo s - LE B85 x 102 (Fim)> FI AT ¥ B E 204 7
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g=t=C 2-4
r & Co (_)
?{:&TE—". 23"}"\‘241’1’1]4
A
Cr =&,5; XH (2-5)

d 250 7 uF A R G T AR T G
AR BRSSP FEEFAELEE TR0

(2) 4 % & *2(loss tangent , tand)

FH- I HPEI RIS R ERG - A B g

A ometaE a4 IR g2 S 44 &7 (loss tangent

¥
tang = —=— 2.6
o (2-6)
HU55 ARIAE e s AT HEAEL e R Qb B

%]+ (quality factor) » QqE & E 428 i@ * PFeng [ QqiE + i
2 BLadf 4 sf‘&ug ik o T AF BB T Y tandk AT o A AL HARIE
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(1) 3=+ B4 454 (ion migration losses) -
(2) 3+ R ¥ %2535 4 (ion vibration and deformation losses) -

(3) & %4 4 (conduction losses) -
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2-2-1 Bt R 2

HAHAHL S RN R R LERE DA S AR
d#eha 47 332 BB jEemoment)a & 4 gl e & g3

Bt B R LA RSB E PR BT A BTE

(a) & e+ T cnmi & > (D) & BEWERENR T (F% o @ 1 & gk

(1) &% %R+ P #ug A& 2 2&(orbital angular momentum) :
THEERSF PPUER g AL &R0 Fla A HP g S

EreaE Moo 4cBl 2.6 #7770 B EET N 2-7T &7 5 ¢

ehn
4zmc

My = (2-7)

(2) =+ p @A 2 #e(spin of electrons) :
0 R F st psimk s 0 FI A 4 p A B R A) e ahp g
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eh
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2-2-2 B3

BB E B 2 R T REEYRE R A
dod 2108srm > 0 B T o
(1) &1+ (paramagnetism, PM) :

HrLHBEHE Fld s Rngsg? 57 = 23 23
HARE 3 RA TR Fo Lj R BE R g RF B B
FEREA S LRFREERS R RESE R FlLsl R
B 59 P 0 R T B AREE G- BAS B enpF] > WL E g
(2) F e+ (diamagnetism, DM) :

MR PETEG F R A F BRI E - Bk i §

SRR o PR § B A tpd e - B

P f IR SR MR M RS E R g A2
S e ZHdp koo B = ek iﬁ@'ﬁ‘é*,ﬁ: o F L2

PPl 2w g Mg A2 g F B 2

*

R REFEREM  FAFFR G RIEFH-
(3) 48% 4 (ferromagnetism, FM) :

B REET BB AL TE G AR B F -
B BHHEBEEE v N hBEE S vl B T Y B
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B XA d c2 AL FH T2EA TciALER ALE

BifelBRE SEEHEEEE s
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s

TRR K¢ d B
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(4) & 482 12 (antiferromagnetism, AFM) :
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(5) 84k (ferrimagnetism, FIM) :
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2-2-3 BhALE
BEAR At Se @ 3T 0 p £k (domain) vt de BB T 0F
BT g - R AR fEz e e A (hysteresis loop) o 4-@] 2.90°
Srom oo g AR R HPF 0 BV Ed O BRI 0 A e
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Saturation




2-3 446§ (BiFeOs)enh 2 4 F
& k BiFeOs B4t * >0+ A 27 » BTy - % Bo%

i+ & ey BiFeOs B R BT > fd LS HRA R R FRF

TEELEIBETET -
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2-3-1BiFeOs & W 2 #

BiFeOs izt + 2% F 47 4% &% 7 (perovskite-like) iz # cnABOs % H 3+ -
Bi** 2 1.17 nm> Fe®* g3 £ 43 % 0.69 nm» — 42 A% 57 Bi*t~B 4 - Fe®*»
O£ 70% - HH. 38T 5 % 5 ¥ & & R3c(rhombohedral) & & » &
RS 7 5 S 40ecFh 2 2 J (perovskite cubic) g i<111>7 % -
ERd S8 E 4 0 doB210000 1 o ¥ BiRS bk K A
FAL & 2 fe(hexagonal)g e @7 o S B i o BT MRS
25 g (cubic) Bt R FI B A S G VR RAARL TR 4
(pseudocubic) FH - @ 1T 112 3§ e<lll>S v e 2§ ch<001> %
il

%] BiFeOs S 5 42 GUTAcvh B4t - — d s b d 2R
§ &R RE ARSI 495 2 Rk BUBIFeO; § - AR RIE R > 4 ¥
% 124°C ~ 200°C ~ 278°C ~375°C ~ 485 ~580°C ~ 835C » £  =4p
iR & 835C @& » A g & (Tc ,Curie Temperature) » % 8 & & >°
835°C {& i % & 4L AXFH SR o

BiFeOs W # AR R S PIFEBERTER € 22 7 o4 >
¥ R 5 % &40 (BizsFeOuo)fr & 454 (BioFesOo) i 4 » 4rim ;R BiFeOs

4 BApend 4Ry * oo
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[100]h

[110]h

Diretion of Pg




2-3-2 BT IF

d 5t BiFeOscrif4T 45 A 1 0 @ WBIPfrFe™ Mgy <« HAL %
AARBTERT e T RFDELRER CREATESHEREIET
BhEBCEERT Glico R {BiFeOsT T hE A AL I F %
oA, 2B g dp iR o EFet s et s APF 0 B 4 T 3
3 4p @ L (hopping) i * - i&f@#s |2 5 4+ & H(ion conduction) 31 ;
d 3 M2 BT e L5 S8 7w 47 (Charge compensation) i 2 =
e @A A 2 T L4 @ 8 (space charge limited
conduction) 345 d >0 ek RH R HHF 2 F I AZ TR S A S
WL 'R o ] BiFeOs ¥ AR fF aE >t 2 $ it 1y 2B o vy 2F 4 pT g E
L REIR BRI ® e 1B S BE BT e
AL ERBTHE ) & T3 ¢ i3 Bk i A BiFeOseFed
bl heif e Ti*t s B~ N Fedt o

42115 8. J. Kim 2 4 B 3 3p a1 7% 405 mol% hTistl
MHz PEBFTH.HH A ¥ 84 592 » > HBFOMH 4 T % #ici®
72072 & 371 MHZ’BFT%H‘B}? selmol% =Tid 4 7 # #icig 5 82>
F i B215mol% nTi pF - BFTH.H A & ¥ 8@ 590 & > 3

% > % BFTH.44 /,T 400.5mol% Ti*+1 MHzpF H 45 £ & *» ¥ 5 0.06 >

=
R

< 3 HBFOBLHf endf 4 & *7 20.05 - & & F $:>t1 MHz » BFT3.44
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Zr el mol% HTiH4p 4 &7 50015 4 £1.5 mol% Ti» #

BFTH#. 447 4 & = @ 5 0.02 - Biom 3 i 4o TidH48 T 42 e § L5 e

10 S ) Kim f2fd »Ti%"E 5 { F oz () adps LT i
R FeM sk v e {rFes it A 4§ 5 3 dp i if

ST S -
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140 -%

1204
4 o100

—o0—BFO
—o— BFT5

60 S— " . .
10° 10° 10° 10° 10
Frequency (Hz)
0.25
(b)°*-
—o—BFTS
20+ —a— BFT10
—v—BFT15
0.15+
o
c
8 o.104
0.05-
0.00 ——rrey ——rrey v
10° 10' 10° 10° 10°
Frequency (Hz)

®2.11S.0.Kim % «# 3 BFOZ4c 2 I Ti 2. () 1 € ¥ #2 (D)3 2

2 $HIF 5 ()
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233 BT

BiFeOs 5 G-type & 4## 1+ (antiferromagnetism, AFM) - g+ 2 4
Hd FeH g 2+ > d 30— B Fe¥3 ¥ B~ B Feips ¢ F
FooRFp RS wARF A I3 AP 0 4 2 [111]c/[001]h 45 e AR
L e 0 Fla hipB et B BEEEE 5 2 ke k2 B
Bitr e R R T Er <o pdo ERESE 2 B g s ipdsiy o
EREYEEENE R G i it e B8 % T o BRI NS i
Bl o Bf S H e B 2128947 .

moFBEEHEE S - A E R S RFE R R (Neéel
temperature, Tn) ° § /AR B3 Tno BB % £ RIREREY » BB
Fl#m & g bk gt gZdmied > R IREe e S
oo Aot BTG e - ROOEF R 0§ AR M Ty 4§
BRI K e R AR LB oA FIERFF SR
F Bk i & o

4§ 2.13 » B.L. Choudhary & 4 [Olgr 5 &% g7 7 11 » BFO .14

B ORF SR b de 20mol% ¢ Mn B BFO R el 10 2%

”ﬁ‘fl’if'];‘?]:%c 40 mol% = Mn pF > 4 7 g 1B A e ok o

30



Antiferromagnetic 1 11]e
vector [001]h ‘o gls_ignetic cation Fe*
pin up and down
* ‘ 1n [110]h plane
: : [010]h
| >
4
[
| \ |
I
. l
[ M
[010]h
[100]h
[110]h // Spin crianlation
Bl 2.12 BiFeOs = = & e f %t 4
0.6
| 20K
0.4 -
0.2
0.0
-0.2 4
-0.4 -
e ' »+  x=0.40
40 =8 6 4 2 o0 2 4 & 8 10

Field (kOe)
@] 2.13 B. L. Choudhary % + 7= 7 BiFeOs 4% 32 Mn(0%, 20%, 40%) 2. %

b SR
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2-4 %% -5%%% % (sol-gel method)

%

B R-GRE ST AT Nk B AP RO A R iR
BB G A R ] R0 AT S BRR] S W D
BASRIN  FRSAF 2 QAT F RS S o

7 - il A B AR sol( BB R P AL S A EM RS 0 2 A

\

v

T

~

~Y

. oy
IR

P OTR) B R R R 0 E 1)) A gel( 42 B ek

e

i
=3

GRaR ) R HE Y A 2B (B 2 MOR) - 4

Es

P Mi

B

Bk ORM%F A nish~dmijdk) faisspn

EF(@BAML M3 &3+ > LaByF) o w5y 0 MEFL S

BR-ERBE IR 3T BRE D ()RBEERFEE K (G
it (gelling) 5 (3) % it (aging) 5 (4) 5z % (drying) f= (5) # s 32 (heat
treating) o

i3 P TR F BPBdlaokfE s BEEF B £ 1
B 54T
(1) ki

TR B KEFE B 0 #%F AOR) 148 Bk & 52 2 (OH) >
FEAEGEF R ) 7 7 HAOH)SEGK & gk 2 T2 R e &
e pRag o 40(2-10) ~ (2-11)5° -
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ERBMRT g kR

M(OR), +xH,0 — M(OH)_(OR),_, +xROH (2-10)

E BRI
ML+nH,0 — M(H,0)%" + L%
M(H,0);" > M(OH)H,0),” +H (2-11)

(2) Re HAH

BEFRfEE B T ERER L REFEEF 0§ ML
(dehydration) % %t i (dealcoholation) # #1] o d F it -Kf#E 47 3| eh &
ey vt A dOH)& B W &5 ird b cnzgdi(OH) 2 = 5 A
(OR)F Jis > 2~ % M4 ¥ (bridging. oxygen) » - p 3 1Ak & i > 4o
(2-12) ~ (2-13) 58 -

Hﬁ;}{:

M-OH + HO—-M — M—-0-M + H;0 (2-12)
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M-OH + RO—-M — M—-0—-M + ROH (2-13)

FIRRE REEE F A PR o TP R0 S A 0 R
45 & A2 R A Lt ROAER(primary particles) o) o R g £ @ R AT
K f#:# & (hydrolysis rates) <K ji# &2 B 45 6 & et 2 2R B 5 Skdr
A Ao BAPHE S 5] % Mo FINER a2 oo kR 5

B2 R AR A g Kgﬁ PL S e

(“

3

ERUN S S EEIPE R SR AR R w i R SRR R o)

AN

fo+ R B Sa-A20 3 BRGEFNA)H T o BRI AR

EONE R R IR R F Az aeR2. 140 5 B
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Xerogel film Dense film

Heat [ [ 1 ]

L 1

Xerogel Dense
ceramics

Evaporation @ Heat
LILE)
Hydrolysis
Polymerization
Aerogel

Uniform particles

rr—
' )

7 X

./

Furnace
Sol-Gel Technologies

|:] Ceramic fibers
and
Their Products E

Bl 2.14 i3 ¥ -5k chh e de i e
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2-5 H & F B+ (solid state method)
TR it A A BRI S AR E 2R g
FF iAo A& @l a3 R A Fe Bt = 3 2 EREAR
B8k e fol i Al R PR A R Ry o Y R
it N A R kY i AR B R S R R R S B RR
AESR A IR RETERFHFICHERE S N A o

v

FE VT d A RT A ol ZfE(ball milling) ~ #8 B (attrition

»
A

milling) ~ 4 & (hammer milling) {-4& & # &= (vibration milling) &
AR B RAL2ZR S B H I IR VR T e IR
FrE2 S-S N o Rm R RIREAE 2 <o F R R R

x 51]

A

%

(1) sk

(2) Bespz Sl s Ak BB EHE
3) mRPEHE

(4) Fo7 & RN E

(B) # Rz R4k R
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B Tk B TR R S TR B B 7 Mo 4oB) 215

£ f AR A 5 e
do b it B PE > BIHE S IR 6 R G AR TR R

AAEEE g B B EART 6T

=t

B end ld 5T HE RS

55 B4 8 NEF B o Tt AR R

IR IRRAE 0 4 %

H T AR R

FAEFE R e i zdb - xR HETS €24 B ¥

|l

AR Rosmn A UmRHE rEEELALS AR frai 25 0

FoRIE A ARREE AR Snd o REF LB ES T ERE A
PR FETRE R o
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B 215 % F & T o B3k a3 Henfa) o
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=R ReA&REAEZ ERKA

"% -8 9% % (sol-gel method) 2 # jk & &% (solid state method) »
BWHEBRT =~ ¥ % F4EMn)foss(Ti)B S48 (Fe) 2 4048 F 45
(BFMTO) ;3 %-589 i 22 B fi F loi2 2. % S inAz4o B 3.1-3.2 #557 o
Fetigd ARE = ~F Mnant pl(5%) > % 5w g Ti chifdet
#](0%, 2.5%, 5.0%, 7.5%, 10%)%t BFO & % 4f # 0/ @ Btz ¥
fg_ﬁ o

BEER A AL T2 ERBETHRMZGAE - 2 XRD k4
FH BB 0 SEM LB & 6 M HEE REA 17~ TMA | E
B Gl s 11 RBIEE AT B8 g4 17 RE R

P 5 o B ok in A B 4o 3.3 “ o o
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Bi(CH3sCOO0)3i3 » Acetic Acid *

10CH#H#+EL |

A

o5 24

iR ie "5 wa SODC

o

7

A

& B 4~ > Fe(NO3)z « 9H.0 » Mn(CHsCOO); « 4H.0 >
ethylene glycol » [(CH3).CHO]4Ti

F R R 100C 1) p=

A 4 v
100°C "3z BRIFE Y 2P A
v v
650°C B 20 /| P 1000 rpm 24 % & 30 4
v v
R 180°C i 5 4 42
v v
4v ~ PVA i # % w10 K
L2 B Tl
A R E

Bl 3.1 7% -2 W TR T Bt & E R A2 )
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(BiO)2CO3 » Fe203 -
MnCOs * nH20 » TiOy

Fe kiR BR A

v
k- X
500°C ‘&% 20 -] p=

gt
3

v ~ PVA ik

A 4

AR RS2 P

Bl 3.2 A~ iz W ITR T 5 AR
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BFMTO 3.+

A 4 A 4 A 4
XRD SEM TMA

Y A 4 A 4
ot P || BowE
S e

®] 3.3 BEFMTO .44 |+ 5 & iRli" 7218
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w

-1 REHRES

CXEN Y ANHE- S AR N R

(1) iron(lI1l) nitrate enneahydrate(#¥' fis ), Fe(NOz)3 « 9H-0, 99.0 % -

(2) bismuth(l11) acetate(fig ik 42), Bi(CHsCOO)s, 99.0 % -

(3) manganese(ll) acetate tetrahydrate (ﬁiﬁ' fadkw -k & 4),
Mn(CHsCOOH); « 4H,0, 99.0 % -

(4) titanium(1V) tetraisopropoxide (z ¥ £ B 2 45), [(CH3).CHO]4Ti,
97% -

(5) acetic acid (;ﬁ?’ &), CH3COOH, 99.7 % -

(6) ethylene glycol (¢ = %), HOCH.CH20H, 99.5 % -

(7) polyvinylalcohol # 500 (PVA), [-CH.CH(OH)-], -

(8) bismuth carb bismuth carbonate oxide (¥ it it & fi&4%), (BiO)2CO0s3,
99%, Alfa Aesar @3 -

(9) iron(l1ll) oxide (¥ i 48), Fe203, 99% -

(10)manganese(ll) carbonate n-hydrate (& fit4&), MnCOs « nH>0,
41~46% o

(11)titanium(1V) oxide (= % i+ 4%), TiO2, 99% -

(12)iron(111) oxide (% i 4%), Fe203, 99% -
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32 HFH2Z 8%
3-2-1 B B-#HE UG F
ﬁLﬁ - T2 ﬁg‘ﬁé ﬁ ﬁ’xﬁj‘; ~ R ﬁ’xiﬁn‘ﬂ ’Eg"f\-’"l 3€ 2 ]:"r f‘&’f‘/%‘

ESTYCES

E“‘}

oo R VIFE RSt » S 12 TOC A - ] pE o
FRfadtipi o 2 233 4R 50CH - & A4 » i £ epl fadl - i}
fadh ~ ¢ Z fifor § A5 Adk o 1000 - L PFE > T
BFMTO 3 = % * fisfie/e = vt ) 3 3L R RER 5 0.1M -
B~ 100Cfasi e R 0 £ MBS o o IR M
650 C BN 20 | PF > p ZRA Aris Brd BB S s 0 T (8 BFMTO #

i

3-2-2 A F 2 UK BN

PR

ek

2§ AR AR~ - B L e
%4 5F MeATRAPESEY MY HERE R § TR E
B g Tk 24 ) BE o 24 ] B Body PE 4 S A B~ F 1 4E
e o WEF R FERY 1 S00CHEYE 16 | BE 0§ 2L drBe

WFT T s T F (8 BEMTO 4 48 o
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33 ATHAMZUR

FRLF iE A - Bz BFMTO #48 > s i
B EApF e

#- BFMTO #: #/PVA (10wt %) 3% ] 5 19:0.15ml &% *¢
ey REFED ik o B~3 i M E ~ 2 ¢ > 12 140 kglem? e/&
AR LA WY FA MM B8 Z15mme 3 3mm e
P13k ir FabiEr it v QB s 15mm e BER G 1 mm g ks
o #-FiEfRE T FRB? U AFEETREL2 ST H

BFMTO & 3 544 » H R A7 0% 23 i@ 2 if 2 4o ™ & 3-1- & 3-2 9557 o
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#3-1 3 %-5% 2 WK 2 BFMTO St i 4c Timol%:t b 82 i &

i e

RS 8 B (C)

BiFeO3 700

Bi(Feo.95Mnp.05)O3 785

Bi(Feo.925Mno.05Tlo.025)O3 800

Bi(Feo,gM no_osTio,os)Os 805

Bi(Feo.875Mno.o5Tio.075)O3 820

Bi(Feo,ssMno,osTio_l)Og 820

% 3-2 B A it WK 2 BFMTO $ith i 4 Timol% o) & 538 &

B %
BiFeO3 630
Bi(Feo.95sMno.05)O3 810
Bi(Feo.925Mno.05Tio.025)O3 830
Bi(Feo.9sMno.os Ti0.05)O3 850
Bi(Feo,875|\/|no,o5Tio,o75)03 870
Bi(FeO_ssM I"Io,osTio,1)03 380
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3-4 Br W2 HH
3-4-1 B2 T LR UK

AR BT Nvdp iy B0k om4E- K X 350Nnm sz F it g e
BAEE &P 15 mm x 15 mm eh= o) o RiE A iR {ed g
ke ToiAg Rk R 20 A48T 0 0 F HeRac o £ I R
WaEr - & X 100 Nm kT A TR AR e @ - § LR niTH AR F
LR R S N
3-4-2 %3 § v AN

R B 12 1000 rpm e i 4 i 4 455 30 450 4 i =2~ 180
CenF Blp? dc' 5 24 Wit 4o o F Rapud 10 {8 >
PR gERT o 2 RE S 10°C /min 2§ 3 450 °CER 1

X -

—\\

B
343 QWA+ T

1 # 45dx g ¥ (mask) » 4o 3.4 #7570 fE W 42—~ & % 100 nm
EenPtoAs = B 2 5 1'mm enE]A; 1 74k = = PYBFMTO/PH/SIO2/SI

& -4 48 & (metal-insulator-metal, MIM) 2422 T % % » 4o Fl
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Bl 3.4 sEF Y 7 & F
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35 MIM BT 3 B7 & W
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3-5 BEFRIEE AL
3-5-1 Buit R B &R

fl*r AL EREAFEBT M DDA BB RE D D% A
® 25 % R (theoretical density)4p K,ért 7 —*ﬁ gl BT L AR ¥R R (relative
density) -
3-5-2 X sk 36544 47 ik (x-ray diffraction, XRD)

4o B 3.4 > BT AF i X-ray st A 475 (Shimadzu 6000) % & 7
S fe A T B TSR 5 T i drde CuKa (L= 1.541838 A) 5 % if -
FTRTREAOKV > Fi s 30MA - $E5FRH £ & 5 20°-60° F 4

# 5 5%min TR SR T o

3-5-3 # 4 * & B4k (scanning electron microscope,
SEM)

beB3.5 5 1% Ffs & T 3 B s (JEOL JSM-7000F)BL 2% 4 & fc
Bl o B IA L RHE A B ARk R FiEE L TREI0KY

4 2 5500 ~ 3000 ~ % 100005 - kBB HE G & UG HEHE
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B 3.7 #4555 T 3 Bkt (JEOL ISM-7000F)
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3-5-4 # 4 7%,k (thermal mechanical analysis, TMA)
boB13.60 41 % H R A 47 & (TA 2940)i8] £ Kt chd 98 % 8ic() ©
FeiTiEd DB Z 5 Tmmx7mmx3mm: 1210 C/ming4e

Foig ¥ oo K IR A &80 C -

3-5-5 AR LT ER

4o B 3.7 0 I * redus 45 & (Agilent 4294A precision impedance
analyzer)ip] € Bt 2 & e i W o i R X o KT R S
1000Hz ~ 30 MHz- ¢ T4 & & 2 ;%(Cp = oeA/d, €0 = 8.85x102F/m, A :

T d BEER) TENA T

3-5-6 ok BF £ R

4o 3.85 % 4§ 4 47 ik (Agilent 8510C network analyzer)ip] £
B TETAHDANT T e £ RN HH 5 5 8mm x 2.88 mm x
I1mm: plEAEF 5 35GHz d BB MAEFZ BB E e E BT

SRR T I
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B 3.8 #u % & 47 ik (TA 2940)

B 3.9 retus +7 ik (Agilent 4294 A precision impedance analyzer)
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B 3.10 % %4 47 1% (Agilent 8510C network analyzer)
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Fr¥ 5836
4-1 %R RE
R PAN T ERERBFOBTHAMBEMIZ TIA 252 %A
TG GRS BT EDARH G A B2 4osts- 417 o B BFO
BxAMNE TIGRT ML EERRE € FlLB5e7 B slaid

Mo e Al

-

W Lo AP ERFRT o s E P A H
BRAVELE RS A o

4ol 419757 » BEMTO Bt 8 Ti e 4o vt Glfetp st 3 R M % -
i€ 4B s e mol %rt ke Tio Hap ¥ & i 80% /1 > RIESE R
B F AR 4B GIEEEE R dod 31 #1503 M- A
BF 2 Hl % ¥ BFOSMEE A RS 700C 2 630045 2 /| BF > 48
¥BAE L 66.3%2 67% B S FRINPUDREORFIEN > ELE
HE R " XRD ~477F ¢ & 4 i 5 JeApDsEsfiE o @ e 5 mol%in
Mn B~ % Fe {873 -3 e B F Rz 8% 2 S 8RB 5 785
CH-810C > ¥ #xl4p ¥ % & 81.5%% 82.3% -

Zide T2 e mol%t 5 > B AprtgF Tife 2487 - i
Bs BAXF > R EFVRAPH DRI A 83~ 87T%2 B o @3-
WMo FEF izl # 2 BEFMTO Mot H B B 4p ¥R B % D Ti
7 e & 5mol%¥ » 4~ 5] 85.3%% 87.5%
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B SR oA F A M AL F e W BT M

HARHRARS
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Relative Density (%)

90

—&— solid state method
—8— sol-gel method

85

80

75 A

70

65

pure 0

5 7.5 10

mol % Ti

Bl 4.1 BEMTO 3.4t 2. Ti m,,?']‘ e
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4-2 XRD B4

t# % BiFeOs % ) (rhombohedral) 5 1 ¥ %+ §] 3% (ICDD PDF
20-0169) > el 4.2 ¥ 14 iF ¥ LB 3] BFO chipstit =% o

Bl 4.3 5 A -5 02 ’J‘% e 3R Gl Ti 2 Bt XRD $e44 8] -
B¢ % BFO M.t M5t Bfe ik BiFeOs i 5t Apfs ™ > 4
B SESTEE Y 3 IR e 8% 0§ 484n (BisFeOuo) 1 2§ 4840 (Bi2FeqOuo)
ENYEET4E o ﬂJ‘ 4 5mol%: Mn (8o FABAP SESTE W 5 > A AL F TI &
B a4 o FARAR € 3 0 (2 F AR el E A PR > B R e
Mn 2 Ti s % BRI ST € 5 B fleehin £ o

4.4 5 UL £ o i e 7 b 30800 6T 2 gt XRD S5t
27 % BFO M H 45 454 B o 4 BiFeOs 5 5 @ldp oz T > 4
TS 5 IR A S T H4p(BisFeOn) A 4 o e Mn 2
Tifé > H404p 2% HABAPSESTE P g o A g F Ti I b =
B T MR L i

d B 4.374%-5% 2 W% 2 BFMTO B.44 XRD B ¥ &1 » A 20
= 32°2 % ¢(012) ~ (110) 3 5 2] enspsd sk » § F1 5 Ti chijpse £ 7.5
mol%{= 10 mol% B 58 » @& 17 h & 5 & B SEs4E & & = — B e >
FH% 5w > J(tetragonal) 4 4+ 5 % 2)(rhombohedral) 5 1 ez &
A0 KAl A fEA (TR BEMTO B3 Bt > ¥ B I
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BF iz PR3- L 21 w598 d& 1 E 49 BFMTO &7

Hrenic 4 e
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100 (012) 110) BiFeO3(Rhombohedral)
(100)
80
2 60
7}
“C-" (202)
£ 40 o1 C o (104)
(021) (113 (300)
20 .
(003) Y (220) ©12)
; | ]
¥ ¥ ¥ ¥ ¥ v T ¥
20 30 40 20 60 70

2 theta(deq.)

60

# 4.2 {58 BiFeOs ¥ & & 542 XRD 551§ ¥
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intensity (a.u.)

irergty (a.u)

# BiFeOs
[ ] BizsFeOaso

B\(FEO_85 Mﬂ0_05T\O_1 )03
Bi(Feg g75Mng 05Tip 075)03

60

] . — Bi(Fe Mng g5Ti 0
() BiFe4Os 0.0 Mng ps5Tig.05 )O3
—— Bi(Fep.ga5Mng g5Tig 025)03
BifFeg g5 Mng 95)03
#(012) —— BiFeO4
#(110)
#(113) i
#(100) #(021) T %(211) ¥ (300)
e #(003) #(202) = o ag
1 1 1
20 30 40 50 60
2 Theta (deg.)
% 3 EE N s 3= Z, |4 T e 2, 2
F14.3 735808 53 4 3 b 3 20 bl Ti 2 bt XRD %44 ]
. # BiFeOs —— Bi(Feg g5 Mng o5Tig1 )O3
[ ] BizsFeOao Bi(Feg.g75MNo.05Tl0.075)C2
#lo12) — Bi(Feg 9o Mng os5Tip.05 )C3
#(110) — Bi(Feg 925MNg.05Ti0.025)C3
4 Bi(Feg.95 Mng.05)C3
—— BiFeO3
#(100) ‘
‘. - #(300)
#(202) #(1pa)
_ | #(003) #113)
| #(211)
O o ‘
II ! I
T T T
20 30 40 50

2 Theta (deg.)

Bl 4.4 HiF f@;‘é;‘,’]&%m i Bt Gl e Ti 22 B4t XRD $E44 [
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4-3 %o e

BTAMMBEES  BHSERITE L UFRH R &
SEM jis 8 475 e Hf o W1 4.5~ B 4.6 4 %) 5 73 -5k o AL &
Moz WE R bR B b en Ti 2 B2+ 500 & i

Bl 45 % 4.6 5 SEM & = Baflcd ™ 3 -3 02 2 HEF 2

W2 B A H 3kt 500 B o afar kR BM R A

=K

B4t st i A oo 48] E AN B R T 2 Az 0 F ik 4 PVA

=k

R LR VBRI A PVA BH AT T Sk - B

\?;

i 2 B E IV R T aE A 53207 um® o B R R
AEzZ gLl F e fFT5E 5 63.10 um? > 5 AL S B2 A A
2 B E IR AR

Fl47F 48 A5 523 BB 2 AR F 2 a4 ki
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(a) pure BiFeO3 (b) Bi(Feo.9sMno.05)O3
(¢) Bi(Fe0.92sMno.05Ti0.025) O3 (d) Bi(Feo.sMno.osTi0.05)O3
(e) Bi(Feo.875Mno.05Ti0.075) O3 (f) Bi(Feo.ssMno.osTio1)O3

Bl 4.5 B W-F0% 2 4 2 b 30 Blen T 2 g2 T 54 SEM e g i

B> e 4500
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(a) pure BiFeO3 (b) Bi(Feo0.95sMno.05)O3

(c) Bi(Feo.925Mmno.05Ti0.025)O3 (d) Bi(Feo.sMno.0sTi0.05)O3

(e) Bi(Feo.s75sMno.05Ti0.075)O3 (f) Bi(Feo.ssMmno.05Ti0.1)O3

W46 ALF i e ? b 5D blanTi 2 2T Mt SEM B W
< B 55 500 i
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(a) pure BiFeO3 (b) Bi(Feo.95Mno.05)O3

(e) Bi(Feo.s75Mno.05Ti0.075)O3 (f) Bi(Feo.s5Mno.05T1i0.1)O3

B A7 73500 e A b 520 blenTi 2 AT Mt SEM e i
B o i % 5 10000
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(b) Bi(Feo.95Mno.05)O3

(c) Bi(Feo.92sMno.05Ti0.025)O3 (d) Bi(Feo.sMno.0sTi0.05)O3

(e) Bi(Feo.s7sMno.05Ti0.075)O3 (D) Bi(Feo.ssMno.osTio.1)O3
B 4.8 HiF Bt Fic F AW G T2 g 7 St SEM Hrig Rl -
= 2 & % 10000 & o
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3 4-1 BT B H2 Tk ]

W LA B V-G B F it
BiFeOs 1.4893 £ 0.23 um 0.8147 £ 0.24 pm

Bi(Feo0.95sMno.05)O3

1.0642 + 0.26 pm

1.2266 + 0.44 um

Bi(Feo.925Mno.05 Ti0.025)O3

0.9789 £ 0.32 um

1.3927 + 0.28 um

Bi(Feo.sMno.os Ti0.05)O3

0.9505 £0.21 um

1.8284 + 0.69 um

Bi(Feo.875Mno 05 Tig.075) O3

0.5981 % 0.22 um

26211 + 0.83 um

Bi(Feo.ssMno.o5Ti0.1)O3

0.5954 + 0.31 um

1.6606 £ 0.35 um
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67 MUF AR Gl B Ao EF > P REF H 4 Ti 7 e TSP &
¢ e A1 R AR O BoprbeE 10 H ik 4e 10 mol% Tia &5 &) B 5
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-
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TF A EH A L 7 (loss tangent) F FiE * R 5 10000 T .
Bl 414 3035002 WHh 3 b Tig e bl T a2 fL >/ o
VOB TS BFO BT MM Al 4 B @ AR RO 4 Mn e Ti %
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% 4-2 BFMTO 5.4 2 & {2 it £

v
<o
s
<o
s

Bt A Ry RY L BE HisF
BiFeO3 0.1867 emul/g 0.0859 emul/g
Bi(Feo.95sMno.05)O3 0.1815 emul/g 0.0941 emul/g
Bi(Fe0.925Mno.05Ti0.025)O3 0.1565 emu/g 0.1375 emu/g
Bi(Feo.sMng.o5Ti0.05)O3 0.1408 emu/g 0.0993 emu/g
Bi(Feo.875Mno.05Ti0.075) O3 0.1947 emulg 0.1285 emu/g
Bi(Feo.s5Mno.0sTio.1)O3 0.1841 emu/g 0.1241 emulg

% 4-3 BFMTO .41 2. 5578 3~

Bt - R B L) BE: HiF iz
BiFeOs 13.81 Oe 16.94 Oe
Bi(Feo.0sMno.05)O3 14.92 Oe 21.56 Oe
Bi(Feo.92sMno.05Ti0.025)O3 13.98 Oe 18.94 Oe
Bi(Feo.sMno o5 Tio.05)O3 14.17 Oe 21.36 Oe
Bi(Feo.s75Mno.05Ti0.075)O3 15.32 Oe 12.86 Oe
Bi(Feo.ssMnp.o5Tip.1)O3 13.90 Oe 14.03 Oe
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FI* gt o 47 kP E£ BFMTO B R 8t & 35GHz ™ /i § % #&

Bl 420 2 -RBEEALF R U2 BT RS LRI ZHEF 35
GHz ™ 2 i T ¥ Hff i & (0% 1 ]« 5 % 817 *° 3.5 GHz 7 13 %

R ERF i E 2% BFO Btz T K BcE A Y L 2.896
% 3.074 > @ b M (87 i BFOM M e I T ¥ ey B H = 3
3.482 2 3.698> 2 'L FH P RTicNBE > AT ¥ feg Lz - o
M 3532 7.5 mol% e Ti:E Fl& < chiE » &~ %W 5 465 % 4830 1L jr™ &
7oA 2 0% 2. BFMTO & it e 3.5GHz ™ B ) - & chdl
oo

B 421 A W2 B R K B2 UG 2 BT s 35 GHz
THRFAT 2L LSRRl -RY 2R FLEF BEHA
2. % BFO 3Lt e A B 7 30vt 4 Mn 2 60 Ti 3 0 4 B 5 0.025
%2 0053 @iz -2 W 2 BHAEE T F e EH 4 BIpA L
SRR TE R RFILALEM ) BoiiE 5 9.3%x10° & L_,;‘J‘%c 10 mol% = Ti
prot LEGEF B2 WRZ AP AL el Fa BT RG RE
B 5 G4 5 mol% hTips > @5 034 A BRE=2 M

T MR- W E 2 B 35GCGHZ T HAF A B i
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4-8 FWA TRF A
BAEAF T ARENSES > AR T 1% Agilent 4294A e s
17 o R|E BFMTO Ecen /i € % 8> #4542 5 4 f] 5 1000 Hz ~ 30
MHz o §14.20 & 7 I Ti 4 vt 6l ch BFMTO &> 30227 » 4 %
FHEMF 2 MR od BIE I § BAEXRE AT Y HRE Ay
AR S 4 € P TE MO - B SRBOREE
% 4-4 5 BFMTO & %2 44 % # 10 MHz 2 30 MHz +* # £ o
% 10 MHz ™ >+ 3332 5 mol%:n Ti # 4§ 4 #ois»t  BFO &
iR R BciE s 0.8344 0 333 7.5 mol% s Ti Pl#T &% o0/ T ¥ Kk
1.7263 - 30 MHz ™ » 7§ SR 4e 3 e F R Bl Ti A 42 ¥
# 0@ BFOR T &M > @ % & 30 MHz = 2L e 7.5 mole % Ti

Fet B 0 h T % 8 0.5633 -
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Wt - AL 10 MHz 30 MHz
BiFeOs 1.0079 0.2983
Bi(Feo.9sMno.0s)Os 1.3733 0.3316
Bi(Feo.92sMno.os Tio.ozs)Os | 1.1887 0.3520
Bi(FeosMnoosTioos)Os | 0.8344 0.3463
Bi(FeosrsMnoosTioors)Os | 1.7263 0.5633
Bi(FeogsMnoosTio1)Os | 1.6256 0.4001
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5-1 B %-&% 2
1. XRD %% B % %594 Y% 2B T4 o ¢} BFO & &7
BARSESE > T LG E0AP 2 G ABAR U 0 A LTI 4

£ 5 7.5mol%Z% 10 mol%p+ > 1 & Yebt44 (012)1r(110) 6425 ¢ &

2. W McHHAIT S B # BFO T 3o w5 149 um > H
?aaa%*@%?éd’“ﬁ%*ij:% Mn e Ti 523 B34 - Tk s € 4§
Fra00 4 TigseR 5 10mol%p § d i - 5% 060 pum -

3. FURGlA 178 5B % BFO#RWIE G#cie 5 8.92 ppm/K -

¥ %t MnopF g i3 BFMTO M #80 G2 8 > "% Ti

e R FOUIETECE R O 2 4 10 mol%sh Ti BF o i
"% 8.25 ppm/K -

4. @ % Bc e 30MHZ B> € ST F 7 e Timol%eiove b3 e @ 3% by 1
|

v Bk e 7.5 mol% TipFE Fls ~ @5 853 4F 4 = ig ¥ Ti
7 BB A T RE A feif e 10 mol% Ti FF+ £ 5l & -] & 4
6.41x10% & &% 7 BRI > Fde Ti M G2 T2 E ¢ §

PR e L o

5. BHEFTREESKEET > § T ﬂ‘%c % 7.5 mol%pF > F B =

ffeggit £ 0.1947 emu/g > i fu,] de Mn 2 Ti £ 2% i & P B b
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R o

3 35GHZ ™ A ¥ #eehlg % Km0 BEMTO & St & Ti i
w5 7.5mol% P Bk 4650 @ AF % 7 RISEF Ti ik e
B AR Bix ﬂz;ﬁa‘s?;‘;]: 4e 10 mol%en Ti pF » & 5 9.3x 103 -
gt 30 MHz ™ o FAe b blen T A AT By B BFO

o T ifj&ﬁjéj::\ 75 mol% pFigr NE® h A T W K
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5-2 Ak F iz

1. XRD %% k7 » BT A4t ¢ § BFO L4574 U > 7 1%

ERTYE o Bt D HEE BIET LA B RERE S BFMTO B4 -

2. W7o BB A 175 % Br 0 ¥ BFO HtenT 3o s 2 0.81 um
E Mn 2 Ti m,] e g A B g tgx P A F Tih
Z5tc £5 7.5 Mol%FE > € F e d 2.62um ¢

3. FOPR GBS R B BFO# IR G#ciE 5 8.33 ppm/K -
B4t Mn BF €32 8 BFMTO Suif #2089 i 3 > @ g% Ti
7 c B P HOEIR Gl g T Ti m,;'jw % % 10 mol% p& >
7 B iE % 7.87 ppm/K o
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I~ B 5 1086-m AL F Tl,"]‘ﬂz Bt Tl R
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Gide T B H R4 0 @ P A e o

5. RILFREASEHT - § Tigse® 5 25mol% B &+ it

g
(dm
R
P
14

305 BFO o BT i 4e Mn e Ti 7 18 4 4 fogi it £

90



IR
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