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Abstract

In this work, we have explored a method to prepared Lag;CagsMnO; thin
film by using ultrafast-pulsed laser.of 5000-Hz.

We have prepared Lag;Cag3MnO; thin film via two different methods: one
is nanosecond-pulsed laser deposition, the other one is ultrafast-pulsed laser
deposition. We compare the two resultant samples to see what factors differs the
consequence.

We also use optical pump-probe system(OPOP) to measure the ultrafast
dynamics of the two samples produced through nanosecond-pulsed laser
deposition and ultrafast-pulsed laser deposition. We deliberately discuss the two
sample’s fast component behavior and slow component behavior, which
respectively corresponds to polaron and spin-lattice thermalization, to see what

difference exists in the Lag;Cay3sMnO; thin film prepared via ultrafast-pulsed



laser deposition, and investigate what might cause the difference. In the end, we
conclude our work with some way we can use to improve ultrafast-pulsed laser

deposition.
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7 Ve g A ket b eng Bk A £ % R (Intensity) 0 35 F B iF ot

22 B Aed AR ESE DL o G R S A
5000 Hz » 42%-% /& % 0.1torr > % Shutter & = B gz chp¥ ¥ (Opening
duration) » 5 & & i g i o

MTE L B3 S y RS e % o
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= 0E A

B 3-4(b) % = 2 A%

30000 T T T T T T T T T T T T
La Ca MnO /NGO(110) - Defocus 25mm |
25000 — - Defocus 35mm —
800°C, 0.3 torr, - Defocus 45mm
1 500 Hz with Shutter of 5 HZ, 10 minutes - Defocus 55mm |
20000 - -
—_
cG
N -
S
c 15000 -
s
0 .
3
o 10000 -
5000 -
0 4 .
1 i 1 2 1 . 1 i 1 i 1 i 1
0 50 100 150 200 250 300
Temperature(K)

B 3-4(b) 4EAEE iR A K pEAR
(B if 15 1 5 ¥e 8 £ 45 mm)
heB AT o B AR E 4B mm ArggE e H R B o T AR

)

AT ST eI 0 gt S E A e

e

DR T KR
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T T T T T T T T T T T
70000 - La,,Ca ,MnO,/NGO(110) Shutter's openning duration

- 1/50 seconds
60000 — 800°C, 0.1 torr, Target at Focal Point - 1/58 seconds N
5000 Hz with Shutter of 5 Hz, 10 minutes - 1/60 seconds

Target distance 26 mm - 1/62 seconds

50000

—_
G
kg

g 40000 4 Laser intensity =1.32 Jiecm? a
8
R

» 30000 - .
(]
x

20000 - -

10000 —

0 4 |

T T T T T T T T T
0 50 100 150 200 250 300
Temperature(K)

Bl 3-4(c) 4xrix @ plE—Shutter B Fxps

(F i i% i 5 Shutter & = B gxp¥ ¥ 5 1/60 #))

ho@]#7om > Shutter & = B g pd fF 5 1/60 ) P& A1 v > H %
Fhoid o D22 4p o2 32 A B TERASFX L (&%

#A oo

1. & * Shutter 33 4% & © 42558 & 800°C > 4£%-3 /& 0.3 torr »
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@ 517% i 5 5000 Hz» ¥= 4 42 & 30 mm> 40P A 10 4 48 -
2. BFMEF 2 E A2 5 Hz e Shutter 32 414 & 0 48708 & 800
"Co4giry B 0.3torr T &% beiE 3 500 Hzo ¥= +f 32 & 45 mm>»
EnepE R 10 4 48 0 Shutter = =t BB gepr /F 1/10 45 o
3. #AHHEEZ 32 B 5 Hz & Shutter 3 44 & 5 48558 B 800
“Coo 4y B 0.1torr o § &% AR & 5000 Hz » ¥= 44>t & 2L

& oo apsgpE AP 10 4 48 0 Shutter # =t B ExpF R 1/60 £ o

TR G e RN R S
T T T ! T [ T u T T T T T
4000 + Lao'7Ca0'3MnO3/NGO(110) -
3000 . (Without Shutter) 800°C;. 0.3 torr, 5000 Hz, 10 minutes; 7]
@ Target defocus 31 mm
8 1 - (Method 1) 800°C, 0.3 torr,"500 Hz, 10 minutes,
LCES 2000 Shutter of 5 Hz with opening duration 1/10 seconds, |
v Target Defocus 45mm
g - (Method 2) 8000C, 0.1 torr, 5000 Hz, 10 minutes,
e Shutter of 5 Hz with opening duration 1/60 seconds,
1000 4 Target at focal point _
0 - .
T T T T T T T T T T T T T
0 50 100 150 200 250 300
Temperature(K)

B 3-4(d) SRR BRI —Z AT PN 2L Bk R
o B 0 B B AEMSIE 4 02 5 Hz #h Shutter #4138 & > 48%

B R 800°C - 4x%§ R 0.1 torr » F &+"% Em4g & 5000 Hz » ¥= 443t K&
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BLY > R F 10 & 48 > Shutter & = B fxp¥ ¥ 1/60 ) o

TRFEREHRSZTEHERAR B

Resistance(Q)

A de i 2 % 8 KIFRE 2 Layg7CagsMnO; /& sie

1500

1000 -

500 -

La,,Ca, MnO /NGO(L10)

- BOOOC, 0.1torr, Target at Focal Point
5000 Hz with Shutter of 5 Hz
and opening duration 1/60 seconds
, 10 minutes

B 3-4(e)- 4EiE

400

T T
50 100 150

Temperature(K)

T
200

T
250

T
300

EN N U B e R

=

Lbjy‘{:

—~

300

200

Resistance(Q)

100

T T T
La,,Ca  ,MnO,/NGO(110)

0.7~ %03

Prepared by Excimer laser

T T T

50 100 150

T

Temperature(K)

200

T

250

B 3-b KrF & ‘&TET/EE@;: Lay,Cag3sMnO;3
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H-rh ‘ﬁ VegRZ{s 0 NP LA R-T BT 42 Lag7CagsMnO; iy

ey pet KrF 3 598452 Lag,CagsMnO; & 7

BAEARRE AP TR s R H RPT

CRN

4 )
/ﬂ_‘

=

25 T T T T T T T
Lao_7Ca0_3Mn03/NGO(110)
20 - . -
—_ -800°C, 0.1torr, Target at Focal Point
e 5000 Hz with Shutter of 5 Hz
LIJ and opening duration 1/60 seconds
c 15 , 10 minutes i
L
o
—
X
N
>
= 104 -
>
-
2
[]
]
¥ 54 m
04 p

T T T
0 50 100 150 200

Temperature(K)

gl 3-6 ‘té'}j‘év& 'é"l—/%éf}i Lao,7Cao_3Mn03 D 5?:;‘3 e ___%
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3-3 A S FEE R
3-3-1 a-step

A0 RPRIERE R AR iR S LSRR h B Ry
2 A IR g L do-step BORIE R R o R S E £
150 nm - ﬂ},ﬂ?—&r"? .
(- )+ Fo-step(JEos 15204 45) » BEASR|7 11B 2B 7 o
(Z)&FF>% —

FE>e

B 3-7 a-step 4& 4 7 & B (VF P AN e AL T AR S AL )
(Z )#-sample 2z & 5 » g T FE KT 0 &
PRGM| 1~9 '# ¥ —Scan length : 300~500um—ENTER

—speed : i # Medium F¥ ; EFH Low € & F m

—profile : = 35t 25
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—Measure Range : j#47 chf & @3k 5 65kA T F
—>stylus Force(#8 4+ # i ) : 2~3mg—Funl+ P+ [7 M=
—AHVT #4—3 5riE 4 = B —fscan | 44 4 2 pl—[Fun+4+B|5

slope (& < 0.01) > BEH AR AFILRAT o

(z) B350 %218 > HREFF-MEASH 33 &5 4% T (B3 3% 4 4

TF ) EAF<00115 > BMERED -

3-3-2 X sk ik (X-ray diffraction » XRD)
1 X-ray £y 12 $58¢ it 32 o SV F e AR AT R 2 B R & e
S B B fhe o &R Bk T 0X-ray SE5f i® 5 020 scan> H ¥ % H AL
Bezo g8 fhgr Xoray » S22 &0k 50 0om MIp BREO & g Hom 1720
R o X-ray » Btk PF 0 B MNERER & F PR (Bragg) sEH R 12
A

BRI W bR § R T S R T 5

2dSin0= ni Eqg. 3-1

Hedeot&EB Lo &2 Hhoe OFE 05 X-rayZ sz BFeand & 5 A
SobPk R o n B Efce BE RS R E R OB GE o e

FAL P chik R b 5 R TR H R T ol R RS R -
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intensity(a

intensity(a.u)

8] 3-8(b) Lao,7Cao,3|\/|n03 P

5000 T T T : -
La,,Ca, MnO/NGO(110)
4000 - .
<
o
o
3000 5 .
>
O
- -
2000 + § :oa .
= )
~ 9 ) %
s = S _
1000 + o 3] g 2 Q|
(] — 6 2
2 V]
P4 L g
0 A
1 T T T ,
20
3-8(8) Lag7CapsMnO4 & giﬁ”XRD@EEj' D
6000 - : 4 . . |
La,,Ca, ,MnO_/NGO(110)
5000 - .
4000 .
S
3000 - 3 |
o)
=
2000 - § 8 |
o
(]
O]
P4
1000 .
0 )
1 1 T T T : I
455 46.0 46.5 47.0 475 480 s
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FEXRDF L E ¢ > (B S+ g B d & > £ BNGO
RIFauE X B F g Bt B> TF 2 & RS o 2B 3-6(a)
¢ 5 LCMO %% £ £ NGO(110)XRDH > LCMO % 7 i it

AR eniE B2 v

e --)
k.
<

)
m\
S
T
=
)
?m

TR SO S B

phnomal o

3-3-3 it R-ERMGER (M-T dependence)

Ao 4l A2 £ § 3 F 9 & (Superconducting  Quantum
Interference Device » SQUID)« Sk BRIt 55 & FUE R B 2> £RIE R
300K % 20K » *F s 4 04T » 4k % 4oB)3-7 477 o H ¢ 50K T 3
AR T R 2 Y B k&Y 0§ SR i€ Lag,CagsMnOgiE

SRR PR AT A

15 +———————————————

T

La ,Ca ,MnO/NGO(110) -

0.7 0.3

12 4

1

without substrate

M(x10™e.m.u./g)

0 50 100 150 200 250 300
Temperature(K)

B 3-9 La0,7Cao_3Mn03F§’-’3‘f3I\?“$ %%F ‘:’ﬁMT}%]ZIj
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APt B BKIFE ST i AL ot o

T T T T T T T T T T T T T
104 La,,Ca, ,MnO,/NGO(110)
Without substrate [
8 Prepared via KrF laser
~~
2
2 64 E
E
]
¥
3
= 1
=
2 4 .
04 .
T T T T T T T T T T T T T
0 50 100 150 200 250 300
Temperature(K)

Bl 3-10 KiF & 1% dLag CaoMnOs 54074 24 47 M TR
s SEMTR) 28 0P 1058 T KIF 3 5t #7848 Lag -Cag sMnO;
& 7260 Ke Bt — 4Bt AP SR RS F 08 B an P o 7] 0 om fdk
(550 KPF > 8 ARBA A Mo 55 TR R R R 3 2 B L% T
RN T STSIERE Yk Vi a S DR
LagCapsMnOy i W cnMT 125 st # o 24 4 L2 MT %) &.50 K

23 FBBEMRG MG > T L AR PE IR R AR 0 AP R-A
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T T T T T T T
204 La,,Ca, ,MnO /NGO(110) ]
Prepared via KrF laser
16 -
~~
o
S
£
<@ 124 i
o
—
=
=
8 4
4 4 4
T T T

T T T T T T T T T T
0 50 100 150 200 250 300
Temperature(K)

B 3-11 KIF g 5t =738 4 LagCao sMNOs i e 14 3k 47 M T 15 [9]

3-3-4 3 3 B (Atomic force microscope)

d 3R & e d o TORCR HT EACE T 218 cndg P BT Sk
BRA <2 T FEDL G E FIRGUELTIA A 2 Jegt > Fpt 3 & A
Fh&Smika @ 32 AP RS2 B kRl R+ 4 B
Begt? 03 - BERF ER 4 LY R R Handhs - Bk 3F
o g HF ML FEF FEIFRFIERS L0 AT 2R A

AHRH I R4 R34 L SR S Ao

FEREIRKSEE S RS SR o
B 3-12(a) 2 B 3-12(c)2_Lao.«Cao.:Mn0s & #-1 AFM B8] 2 :
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4989.0 nm

60,

40,

20)

% ¢ f | i
0 1000 2000 3000 4000 5000

Ra = 8433 ,Rmax= 62733 ,Rz = 33.377 [nm)
RMS = 11.003 ,Rp = 45783 ,Rv = 16.944(nm)

Bl 3-12(a) 4213 51 4% Lag-CapsMnOs & %ceh AFM B 1

4949.9 nm

&4

3000 000

% 90 33 (48 j
0 1000 _ 2000 5000

Ra - 130130 RAmax= 83468 Rz = 71.220(m)
MS_=#22885%. Rp = 56145 .Rv = 27.322(nm)

non

Bl 3-12(h) 42T 54748 Lag;CasMnO; i %1 AFM 45 2

4989.0 nm

40,

20[%

s 1 14 1 :
1000 2000 3000 4000 5000

Ra = 8564 .RAmax= 51.016 Rz = 39.656 (nm)
RMS = 11.034 ,Rp = 35665 ,Av = 15.351 [hm)

Bl 3-12(C) Az BT Sri8 4% Lag-CaosMnO; i #ch AFM B2 3
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AP R-E R S oh AFM BT 0 22 M. Sanz BIFR [12]40% A2 P8

E’T”T/@!Hi””TlOg ;E}‘}; AL A

40 nm (b) 1.00

20 nm

0nm 05

o 0.25

Bl 3-12(d) 4217 #4848 TiO, & % AFM B2 [12]
M.Sanz fim~ ¢ dg 0t 0 @ i 2 TIO R & 9t » BB TIRF 7 20
NM-50 nm = -] e3E 4 § L FERH 33 100 nme Ak AT B iTeh

Lag7CagsMnO;z » 3 2 e ki 2 » fe A5 2 7 7 e Wk S esf

B B
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3-3-5 4 T F B 4k ( Scanning electron microscopy;
SEM)

e T HEEI- A F R BT ABFHH L6 BFRI
AAAL L B R A AT S AT AT R A G
#.(Topography) o ¥ *F > gt ejies ¥ 3d ek 3 L3 A BFHE A
g sl e Xoray > GURIE AR 0 RS o TR Y SRR S
T AT AR N PR S A F e P TR R S e e
it & 4 1 X-544 % 2% (Energy dispersive X-ray spectroscopy ; EDS or

EDX) -

B 3-13(a) = B 3-13(d)5_A % > £ 51 SEM B & o

SEI 10.0kvV  X1,000 10pum WD 8.8mm

B 3-13(a) 42 E-7F #iE 4 Lag,CapsMnO; & % 2x + 1000 & SEM & #
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10.0kV  X5,000

B13-13(b) AP 54iR4% Lag,CagsMnOs 5 %3z £ 5000 & SEM B %

B 3-13(c) ATP-F 54:% 4% Ldg,CagsMnO; & 5

4%+ 10000 & SEM f8 &

100kV X50,000 100nm WD 8.8mm

B 3-13(d) AT P-F soridE Lag,CagsMnOs i -

24 50000 & SEM & &
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3P de A B 7 SRR Lag ,CagsMnO; & 55> &7 M. Sanz B 15 [12]

F)# A2 BT SR AR TIO, & HEAE 700 i o

(b)266,nm, Oxygen, BT ~* . [ (c) 266 nm, Vacuum, 600°C

» o

(a) 266 nm, Vacuum, RT_:; ;

(f) 400 nm, Vacuum, 600°C™

W 3-13(e) AP Sfikdi TIiO, 77 SEM # 4[12]

M. Sanz B 1 #7844 TIO, & "W m L& | =it 2 — & Bk

)

<ol EBER o A T T B Lag,CagsMnOs i R ensEke & | o

& M. Sanz @]Ff‘)% 4 E”’”'ﬁ‘%#ﬁ fe o m j‘?ﬁﬁ ~ B ;i BRAE Lao.7C3.0.3MnO3

W e A TIO AF RS > AR A REARTF o ¥ L AR %

% Ag g SR A S E 2
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¥ F HEF s FEF-F# (Pump-Probe) £ 2/ 4 5t
4-1 RE-FFFERERARE

N n(t) "
pump pulses AR ~ o S -
il = fime
&—— 13ns —»
probe pulses ‘ ‘
: J » time
; | E 5 . E _|'
t(delay) s, AO modulator
a, i 97. 7K Hz at pump pulses

|

probe pulses

(from sample) time

| €= 00Tms= — |

=
=
detector & lock-in amplifier
07 7KHz

ANt) 1 I(t) = AR(t) | R(1)
e n(t)

Bl 4-1 o R P F % R I R R
WEEFERIF &Y o0 §HATAE S B EIREET k> A5
A kgt 8096 1 20960 A A A i K $ss eh S geE % (Pump) 0 ik
33 NG R (Probe) o & e KRS i S A B o €3I F X BEE
N(t)E & P& 7Y #ass % {7 5 (relaxation) » 4ojfesd © 5 ~ B3 ~ Bp 3 5
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EBFENOT S REF S A de @ § LA 9 75.5MHz)
TE 13ns g AL - BRERiEBEEEEF L3NS E R - K208
FE A A e o R Rk ehk AR L o R AR IR T AR L & K
ERgF RFERSLG o a d W EF R PR L T A RS
R b G ATETE > Y ;ﬁ“r} iR B R PR RIK p R SR S ¢ T
¥ orrc o ip BB AN 9 1 1005 107 2 EA pE w4y
A~ F(Lock-in Amplifier) » &k 2 5% 4 § Jeit 2 s gl b g
Ao kR o e - g gdn e < FAn e e 1 S
O7.7TKHZ o #7114 » % 4F PR B il kNSt PPV £ 5t P > o 4
AP A B F T BRAELICE 4-1 9% =38 17 0 lo(t) 2 DC 7 R
MEL RAF SFE R Ry @ Al s N A ST E AR B 1S
O ot g w o= B RO o s v 2 e ¢

B AR A8 R R B R S AT RIS B R AR R

R ,
RO Ry R

I |,
AR Rpump - Rpump [ I, jpump [ l. qump

open closed open closed
R R I
pump r
closed - Eq (4-]_)
l. pump
closed
(l )pump—(| )pump
_~ "/open Mclosed Al
(1, )pump l,
cloed
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# o (1, )pump = (1, Jpump = (1, Jpump = 1

open closed closed 0

§¢hd 33 stend AF & 5 75.5MHz 0 2 5%

B 50 s i
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4-2 BHFERIER A5

Yerdi VD

---------------------

Ti:zapphire Lazer
Z0fz @ Fh.AiHz

[y I_Ll i

""" - I L :
3 AOHh

’ F 4 it

e H

3‘ Up o
——
| a1 ;
i : Foage e 1
Bisssssssssnsnnienne , Iocen
Monitar : P pI " I.- I RE I""‘I E I I I I
: [ : .
essenad 1 - Tessssanns
@ | o i e R
I = Computer

AOM : Acousto-Optic modulator, P : Polarizer, PD : Photo Detector,
M : Multimeter, RF : RF Driver F :Function Generator,

D : Delav Staae Controller.

Bl4-2 Foa -3 R Rl
FFIFRIE R AR 425F 0 AP T R AT R T
(Ti:Sapphire laser) > 4f ficte kP o £-5800 nm>» "% % & 935 fs

PRFEAF S 5 75.5 MHz

BRE FMwm o LN - EREEY O TR I AT

(Dispersion compensation) o &k (& % B E R € Fl 5 ST F S R F

2

S Gldeig 4~ K BT - Bk 4] B (AO modulator) ~ E % vERE eh

—_

13

FOOk 0 @ EREET R T o T A PE Y A

bas
o
W
(3%
\ N

Qo

4

SO 0 BEM AR BT Tk AE ) R R S kg A

Ar5ldecnd Ul 0 BMHm P T R 2R A BRI R4S TR ERER R o

2 th 0 T hPR B2 F A X5 A K o JR L EE K

42



P33 G R R Sk o

FrE R €S- BEEDBFE T BE D DB EP A
0 FECE R IEA ] o AR FGE BMP A7) S ek R AT
BLAFT @RS gk 24 He S arg At
Mo AP AFIE S S OTTKHZ > I s SgAp e s BAp e o 4 o

BF sk ¢ P& % (Time delay stage) - & 1 uf 48 %
PADBRADIB BT TR e BERIHBIH OB
[l U 1SS RS S Sod SRR 1F A SR g ECE 1 SRR PE b 1P o RN R

TIE R &4 G AP EPE T B R G A o

F_&
(7
v

PRk B e k€ i L B (half-wave plate) ~ 7 4=
% (polarizer) ~ &6 L 5d REHZBREI ki m o ¢ L #vip
e F e E o F IR FI RN L DRIRS e 2 ke F oo

R K- Bdos ¢G5 - BERFRER 2 2R XD
FIH > R AEREAFTL NPT €4 FPAFPHEF > P ST K
BE RPN FTE AR AP R o Aot - R NPE Y AT 4L
AR EIpR Tk cRFRERFLpE  BELRAY SR
FF oot REI e EERR o

RS d A m ik SR (M ELAL S R &3 ESignal) o
» % 1§ ;p| % (Photo Detector) - 7 /& ELL 5 d 44 4p 2 < B (Lock-in
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Amplifier) 2 % # it & % (Multimeter) > £ i 8 7 "o Labviewit #8341 >
JeT LRI BT RIS B AL
BAR Y APEY L foiidR B o P RO R BE R R i

e L IAPEE VLR DT RE BRIFA L T Wk o

0 RRBREAKERSNEL AR R - B ROE K A

fgchd 2pd o L SEHERIERL L E1 AT

k)
&
\
¥
S
FA
Lol
W
m\
E
\ ""
@s
B
A

=F
|
>_L

% i
P28 * Lake Shore 331 - B+ & Fpfedrdlie 3 &% § o

EIR R

4-4 pEFF B R BLAREFR R
Fa g kenkid 3 B oF R BRI R L D
BEie AP TEPCETEELEFER T PR SRR

PR G P AT R R R AR RS AT

i g F G o
F];'L/‘ ?p‘lifl?/i—kféﬁﬁ&ﬁft}l Q\I}.o—a—\.lraﬁj g "}g”;;t"\ﬁ CCD
BEAREVT U BBEPIEEEFRREARSEA R DT R E AT
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MRAFHE R Z 1 FRPFF P g BRE AP R - B2
14§ $8BB0 (Beta-Barium Borate) o pt 2@ St gt s - § 7
EALC BHEERZ RIET o § s FH AP b i % 8RR
k@ A4 Z BAEHE R (A00nm) o A PIEH PR 5 R AR %
T&ei= > 3 PBBOLMY B F Il R Fopr R > At R D] A
56 R KB i A GRS Ef Rl T
B L PERF LB R g o

Foobavipy w4 3B BB0 fu B8 R N SR Eom R R R 0§ 2

A B P R P R E B B AR > 41T Tl B s BAE

Ek e @riirti Bl e S E L E L erp i o ks

33 0 AP E R T RH B (PUT) » £ R AR SUid o [ 28 48 e s i B
P VB NREERR o BT BN FREE DY > 1T AT

(RESY 5 S TN SRS ERIENE U T

30fs > 4r@l4-3#7T o
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-500 -400 -300 -2007-100°:0 100 200 300 400 500
Time delay (fs)

W 4.3 5% 6% %

45 FE R BRI E B HH
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GHEBTR LS2 B ARBERY L LR kok
R RGCRIE O MAER T T ERURE c BRPR AL K
TR HOR AL 0 ST BTk s kg R R =B s BBk R
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AEREFR
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¥1F REHELH
5-1 FFERIRHT RIS,

ARG REARLT SR Lag,CagsMnO; E 2 B
APAZIENEET bERER A P HESEY - BRI
P BT ¥ - 5 5 KIF § 59848 - Bl 5-1 5 A=X @ R
S BPATE-T MOTRAEZ WL BIRAR SR o B 52 L A
FiRlg % BRI KIF G &9r@4gz Eas BE R % - B 5-3(d)%
B53NimBERLIRFERTRE » TERNEE - AP

g B L 60 MW oSa R Rl e £ 5 5 2mW e
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AR/R(x10%)
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La, Ca, MnO /INGO(110)

Prepared by Ultrafast pulsed-laser

~war e R W WA Y W W

T T T
100 200

Delay Time(ps)
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