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Abstract

In this work, we use ultrafast optical pump-optical probe (OPOP)
spectroscopy to probe the correlated polaron dynamics in Lag7CagsMnOs
(LCMO) thin film. The temporal evolution in transient reflectivity change AR/R
Is composed of two relaxing parts: a fast component with time sub picoseconds
and a slow component with time constant ranging from tens of ps to hundreds of
ps. The slow component, which corresponds to the spin-lattice interaction and
the temperature dependence of the slow relaxation time follows the spin specific
heat, has discussed by many groups. On the part of the amplitude of the fast
component, though has been rarely discussed before, exhibits the similar
temperature dependence with that of the resistivity, and the neutron scattering

intensity due to nanoscale correlated polarons. The results strongly suggest that



the fast photoinduced reflectivity change may have been due to the
photoexcitation and trapping process of correlated Jahn—Teller (J-T) polarons in

the paramagnetic (PM) and ferromagnetic (FM) phases.
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Jahn-Teller
distortion i
— % ®-
o :
A O I
@ X @ &
l |__..
. o

@] 2-4 Jahn-Teller distortion® #7i¢ = e it & B & tyyit & M 57 7, B
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Crystal Jahn-Teller
Lﬂ.MﬂDs Field Distortion

Mn¥

3 orbils
i

Bl 2-5 4% 3d B A P )
$ 4 4% 52 LaMnO; > ¥ Mn3+gg_:ﬁs’g§—w i 4B 2-50 Mn > en g 5

ﬁ 7 Hund’s rule > = 3 'iiﬁ-’ﬁt Eﬁﬁkfﬁﬁzgstate CART - B R

i FE LB eg state b oo 5T Hund srule S P ERAER S R e B

TR B K ey b R IR R ] SFr R oS0

B e 2pintE R = 0 X X P 5 M B s (Strong Correlation Effect ) 7% @

=

% T F Bmid v (localized) » 25 = local spin (S=3/2)m # %8 & 2§ (T % o

-

BB e Freg states R 0 BE AR At

34
lvﬂb
(o
@\
=
TEN
=H
x
A
o
=
FED
Ve

g5 pd B

710K 333 ePLaMnO; & 7 SR E o
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2-4 RELILARF 1 3 chip W

BHRyPEY o ok * B F 2% 2 Pauliz 4p F R IZE oA KRS
TOULET N cfe B AP F] G BT S e AT RS R GIEY o
,Tk»{é’:—?.%i’?—? g BB (PR FHRGIEY W B AN ENFERE)
RE LB AP B SET S Mottd 48 > b4-LaMnOsiE & &

Bg it pa3df SR GIT R E A NHESFTER > EFHRT FIEHES

-\\

v H l‘*%ﬁﬁ‘?\ I 3% 32 Mott @ %A rﬂx% T+ HCP ey Y o & "3{/;] 71l
SR TE R bl B B AR - 2 BB EIEE REE (colossal

Magnetoresistance ) ¥ »c i AH > oMK 88 03] 58 T F MR o

H

\

Bk BT e R AR R AW Y

i~ R F B s 3 PR FUS AL (orbital symmetry )E B od R

TR SRR TN EHLMB S FERERT 5
PR G o REIET H T Y G E (BSIFE L E 4P
TP deB)2-6 0 JKAP B P T 1Y —F:I I LaMnOseik it T F B8 %40 0 7 il

F i1 48 £ fLa; xCaxMn05(0.2 <x < 0.5)pF» H 4~ P& F 8 (>300K) &g

BeG G APIR L R DB E R4 o 7§ B EHAE (x>05) o &
BEF AR R FBES A B BRI TS 2

T PR AR -
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500

T (K)

400
300
200 [x=

1008

0
00 02 04 06 08 1.0
Cax

] 2-6 (Lal_xcax)MnQ3 E’J"Uffl ?][21] 9

2-5 € p =244 (double exchange mechanism )

TE R BTG Y 0 F A MY MY b g R

=

PR R TEELEE PR BTE J ETRE

Rd

I
AhG G WP L EN PRERST - Ko Zenerk 17 BT P EI B
(double exchange mechanism) % f%§# 2_[22,23] -

Mn*'§ = B 3dif £ F 0 2L F AR 0 B FegR T 0 FMn
8T F B ATMnY ey T F B G ke hp S e g T T MY FO

1 2pHLE B S AR T MY cheg i 0 @ tE MU B R Seni B 0 3 S R 24
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FoF REEEF CFHA

BHila vy TR o 4oE 2-7 O T 3 LT L BleMn e, state t &7

2 P priES 7 3 S W SHundsruler B p S e a T g 3
oo oo infE 2 pMn £79e, states T + B 3 O3 th2pstate o fPFAT F 5D

SRR A @R IR S B 4

T AR F]R S 2 {E:ﬁ = Hund’s rule » % F|Mn°>" } the2o = 1
local spine + F288a 7| Adple - 3w > REMEESX /ﬁxﬁ = Hund’s
rule » #F2x 22371 % Mn* the2 FPEEAERE ) e & oo F]PL IBZK A 4R

SMndE+ 2 B p L F AL AT - 2 40 (BI2-8) 0 RIT F i
B F toccos” (/2 ) o #7110 = 0204 BB 7 0 I BEF chis F B 5 £0=180"
PSR R T 7 0 PIEPE S S o B iE F[35]5
t; = tcos(0;/2) Eq (2-2)
0 © AAPHMN 2 Mn* 2 6,1 T F B pES v hd koo

t ©OFFey b T AMn B 3 4p MM el -

t 1 04= 0FF > e, 1 T F /A Mn* B8 T 4p ASMn* e 5 o
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g %@6 —g?%‘(tﬁ—

Mn3* O Mn#*

B 2-7 BT & B[24]

s R
_,\v,-—fL
Q09 5
O v

Mn* 0 Mn’” 8, = 1cos(6,/2)

] 2-8 Double-exchange T %
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FEF EUHUNTERALABFEER

3-1 & & 14 17
A TR ST LERGE & ik (substrate) 0 & B A AE e f $

F o B e F BT fe kol o dogt 4 B R R R N R

i B &Y TR A& GURE IR FLag;CagsMnO; 5 4T 45T B 0 %

HACE] 22 957 o ¥ * AR & B F R T

Crystal type aA)-| bA) | c(A)

Lag,Cap3;MnO; Perovskite 8 A8 5.46 7.72
NGO(110) orthorhombic 5.44 5.5 7.71
LAO(001) cubic 3.82 3.82 3.82
STO(100) cubic 3.901 |{3.901 | 3.901

# 3-1 E-"V; g 1o W Bk
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3-2 RS

F % % B35 % 75 5 & 482 PLD (Pulsed laser deposition) % = £ #73
R R & 0 AT PR R 5 5 KeF# 4 3§ 44 (Lambda Physika
Lextra200) » ;& £ 5248 nm » "% @5 & £20-30 ns > F &% i * g 45 F
g BRAA N A5 Hz 2 3-5 Jom® > 3 SH4RMCE 5 vt HEid hoB13-2
SEh o BBk AL - £ AUk BB Y LD 2 kih o L d K A
FRIEZWEPN > BrEZZ EEEL - LB BT HERE Lieh}
Do Bl B AT O AR AR RT
g AW o p N ahd B e T e 48 2 1 thermal couplesiz B
b RS R DD FEE o dRe S R AR PR R DER S o 0§ SR
T E s renke £ d NA-YAG Laser v R4 X ke FRE L@ v Lg%
EKIFIE A 3 3 52 JRvreha B F SHE A o 1R T % B KeF R A 5
@Atk AR o LA F SR KiF B e 5§ S st i kit > i

<

v arKrF B4 5 5 st is 2 B F vk g o

T A BT
I FRAF UAFEEAEE ~F@ 7 @2 45k (DIwater)sdgdr @
PRI AR FRLENS A A R E Y F F R

e

SRR K hE I ST e R AR ek LR
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REacE o 27 A 03 Ak b g B oA ed 0 T B T
B ORBERE o 2 BT KT TR A YR DT G

FEREAAR T B R AU AR BRI & S BT 0 AR TR
% AR R AR TR A E B AR L v R B S R R R
BEE, VRSB AR Y ERRIDE BE R o AR A B
ROEEm T REF RN L AP R S ohg e R
RAFMRT B F FH R 25 ol S4B Al B 20 8
F oA 120C AL o4 ‘“fi U g 805 R 0 WA RN
EALY 54 A T 4 g ok o

R TR 2 Fo B B Z VR 0 SR T B R 0 AT R 2
fod § F R AR EIRF AR @ LS BB 2 F AT
#E RN I 107 torr o

R BB R - AR 15°C/min #R R E R A 3 120°C 0
- A4 ¥ FFE 30°C/min R RBRFL RGN AR  BEL M §
FORIARNE R Bl gt B T B A E AR o

TE AL R 4oT R FEAF S SHz ~ F Se X 350 mW  BR R d bt
= #c 6000 pulses °

S N 2y N2y A S NN 2 -4 > Sy ‘v?.,‘ . N _\
ZEASBHPFYREBE > T >3 F I ENE 2% %3430

LS
b
T

(quench)™# /8 - "§ /8 % = { R R EAEEAR o



G S LS S LS o

B 3-3 "R T S EKE 7%
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3-3 Fr A B ERE LT

BREEER AL APEESAA RO PR B SRR &
SR mAF Y 0 B Xk MEST (Xeray diffraction © XRD) & & 47 5-e 8
R TIE—EAMGER -2 2R —EAMR 12 R34 Bk

(Atomic Force Microscope * AFM) k| %4 & TR & o

3-3-1 a-step

BARMCPE o A TR A B R E - BERD
% 5 2~3mm’ £ "2 o-step B BENROE B ok F ok < 5 250nm e

+ Ao

(= )4 B a—step(E o5 204 4b) » BEBAIT 2 2 2H 7 o

B 3-4 a-step # 4 7 & WIOTPE 4 4 B > a0 0 2 %)

(= )#-sample *c & T 5 Sk 34 RT &

PRGM =» 1~9 ¢+
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=>»Scan length : 300~500um
ENTER =

speed . i # Medium ¥ ; F# Low € & iF ‘w

=D profile : T 54 3

= Measure Rang @ 247 chf % &% 5 65KA &
=>stylus Force(45 44 i ) : 2~3mg

SFun o7 M ey

DAV T EDD RIRE Y

>scand[Funf4H5 |+ slop (5 <0.01)

GREEEES B - E U

(=) BF54 & 2§45 4% REF [foMEAS [# 33 8 24 T (S 45 2% A A T

G )0 B A X001 1 > R&|V]E LB -
PS:

Profile Type : # 45 2 13 88 71 ]2

a. . REEPR RAkeAk (FRiET )o
b.: || Rigé&#HFMNAP o
C. . inﬁgﬁv_ﬂ‘rf}% o

23



F2F EWHESEUGZAIEEAY

3-3-2 X sk $%% (X-ray diffraction > XRD)
1% Xeray do 1 8854 > 7 AL TR B 2 R S0 1B E e o
5 % hX-ray ¥E5t A 15 &k £ RIGAKUE st ik > H a3 S H 2k 2

L8 e Xray » k2 % 4200 @ P EF 0L g a (F20900T R o

X-ray » S48 > § {689 P ) ik SPE 0 OE 2 £ F 42 (Bragg) hE 5

B8 - HespE 0 B

I R g AL ERET 0 A i
2dsinf=nx Eq. (3-1)

H¥

di ¥est P g i i L6 FEE

05 X-ray 2 % &2 B end &7

Ao » Btk £

ns I -

G sk ek B(0) T d 0 HF45 A G Bk RQOBIF A 0

Bl 90 s L M-T(E PSS R A R PR GE BT 2 & M

R TAL S T o B R e
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JEXRDF #2 B (data base) ¥ » 7 LCMO (X=0.3) ¥ & 4p ¥ /& e+ o8 847
g B o BV BNGOAF duz Rk M+ HE Eadd B > Y & I F0

e o LWI3-5(2)¢ > 5 LOMO W% £ NGO(110):7XRDEF » LCMO

v

DohbiE B2 et g2 b g Bvagedp I TR SRS B

Fcihnomal ;

8000
La,.Ca,,MnO /NGO(110)
7000 760
6000 4 sample 7
’3 5000
g 4
2 4000
[%2]
S T i
§ 3000 8 g &
] = S S
2000 - _ 0 o) =
| S = sl s g (o]
g =0 85 g 2
1000 o |e = - 5 O
] e o 9 3
0 = [
-1000 T T T T T T T T T . T . T T T T
0 10 20 30 40 50 60 70 80 90

29

Bl 3-5(a) LCMO = £ & NGO # 4 2. XRD ]

100009 14 ca, ,MnO,/NGO(110)
760°C
sample 7
1000 -
- E
&
2
% 100—E
E § = @
S - 8 S
510 S = s 12
10 313 g1 Q 8|0
E 319 31 B o=
| hart (@]

m

B 3-5(b) LCMO = £ & NGO # 4 2. XRD log B
25
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3000

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

07~ %.3
760°C

sample 7

2500

2000

1500

1000

intensity(a.u)

NGO(110)
LCMO(002)

500

22.4 23.1 23.8

Bl 3-5(c) LCMO = £ & NGO &4 2 & 2%+ XRD Hl

3-3-3 &1 — 2B M %E R (R-T'Dependence)

Tz e B RZ KRR SR ILE - WK E 4rF]3-6 0 ¢ 451

1. MO8 k%t BFESR F 4 0k #8( Closed Cycle Liquid Helium Refrigerator )

2. B kst BNy

3. A HEBR LA F R E (KEITHLEY 220 PROGRAMMABLE

CURRENT SOURCE) -~ % # i % 4k (HEWLETT PACKARD 34401A

MULTIMETER )

4, PR k¥ Z 1488 B (Silicon Diode Thermometer ) ~ #5778 %
(LAKE SHORE DRC-91CA CONTROLLER )

5. &% ,% %  GPIB + ~ LabVIEW #8882 T 7% o
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ek
| ‘[ FTiEk
— ﬂ_éﬁﬂﬁ
= HE

HE
B4l st
SRR

Puinp

Cryo=pump

KEITHLEY KEITHLEY KEITHLEY LakeShore
2001 220 PRO 196 SYSTEM DRC-9ICA
Multi-meter Current Source DMM controller

l ' ]
| |
aPIB
I

Computer

Bl 3-6 w BE R :%
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PR R EAcR3-T(a) 0 At S B e BB ASB-CD v B4 YH

TV sV T d B Ca Bk o pd - Bt g i b

B C2 [ v 90t ABG » NTIRIE % 2 0@ S A 5 o & o DRI 5

£ 37 FERm A & A £ gR

H

Y

23 EEqQ(3-2)97m o AP @ e

2R p o 4eB3-7(b) ) A BIA BAE ABABAUE] [0 T

A~ B2 B e Rt > S0t d ABE ~ T IRLE KBS F T RE RS AT

R PN FERm #-F A GET ROT I > T L RE2r 0 H 2 5 4eEq(3-3) 47

7‘]“0
rm=Y 1R _p
[
Rm:%:M:R+2r
r +
—--ﬂuY'w—-A(l )
- B(UU
R
r =
A c{v)
r

A= D (1)

B 3-7(a) = ZLE P

28

Eq (3-2)

Eq (3-3)

Bl 3-7(b) & BLE P
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BT EE R RN R > NPT %«ﬂfr%ir%ﬁ?@%]#%'fi ' B 3-8 &

LCMO (X=0.3) & "tk = & 3 NGO A4 F @ 1E & g R B (240 B > o 4p

304 LCMO/NGO 760°C
| Tc=254K

sample7

(Cooling down) Resistance (Ohm)

300

250

200

150 —

Resistance(Q)

100 —

50 o

LN SN B EE S B S EE S E S B S S B N S E S B S E S R
-25 0 25 50 75 100 125 150 175 200 225 250 275 300 325

Temperature(K)

Bl 3-8 LCMO (X=0.3)/NGO  RT H]
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2% EURSUE R EAERL

Ji

3-3-4 gi*3 B — 8 B M %€/ (M-T Dependence)
AP A * AZHE F F R (Superconducting Quantum Interference
Device ; SQUID) & & g1 5% R FUE R M % > £ B1F & E300K 1 30K » #7

be P L 01T 0 2 % 4o B]3-9%F 7 o

LCMO with substrate
0.006

NGO(110) substrate

—FCo
——7zFC

0.005 H

0.004 H

0.003 4 00005

M(emu)

Temperature(K)

0.002 +

0.001 4

0000 +—————F—"—F—+—7—"—T"—T"T" T
0 25 50 75 100 125 150% 175 2007 225-.250 275! 300 325

l3-9(a) LCMO *3et &% 3L MT

LCMO without substrate

0.0014

0.0012

0.0010 —

0.0008 —

0.0006 -

M(emu)

0.0004 -

0.0002 —

0.0000 —

00002 +——F—FV—F—"—FT—"—FT—"—F "7 T T T T T
25 50 75 100 125 150 175 200 225 250 275 300 325

Temneratire(K)

B 3-9(b) LCMO = 4eif #4313 9 MT
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1UM(emu™)

Resistance(Q)

25000

20000

15000

10000

5000

LCMO without substrate

Ji

:“;‘_

R

SEEE AR

L | T T
50 75 100

T
125

T T T T T T
150 175 200 225

Temperature(K)

T
250

LI |
275

T
300

325

B 3-9(c) LCMO > M''$+;5 B B 14 B > &

= - 0.0014
o (Cooling down)-Resistance (©hm)
304 LCMO/NGO 760
1Tc=254 K 00012
300 sample7
0.0010
250
200 0.0008
150 o 0.0006
1004 0.0004
50
0.0002
T B ——
04
4 — 0.0000
N7 T 7T T T T T T T T T T T T T
25 50 75 100 125 150 175 200 225 250 275 300

Temperature(K)

B 3-9(d) LCMO RT ¥ MT B

31

T

(nwa)w



$2% EERSEUEE R AR

3-3-5 3 4 P4 (Atomic Force Microscope )
p 1980+# Binnig f-Rohrer # P! 7 4F45 7 "B AHTE » - 4P| endF
FEPTLF L DR o SRR MU DR R B 1) R AR

¥ - s % o 4R A IR A (tip) T R A A B i

s

(cantilever) & #_f.—
EEiET %ﬁ 2 fRE LG AR B i+ 4 B cst(atomic force microscope,
AFM) T EZ B¢ - fa > H R Z | XY®R T H &L 5 NHFLH RS
BHRAEe RFZEIRDiEd 4 A waE o IR 2P e P
BoARV A LUT MG e T
a. #f¥3: (contact mode)

BRSO TR AT AR EL G EY 4 L RF LR
et % 4 (repulsive force )T e BN P NI TR T FE B R TR

2

SpEdh e QBB E A U EI SRR R T ERBEE Y

i

e

Yt

e BREE o (e Bd DGR o TR AR F A 3 R E ol

b. ZEj¥ ;% (non-contact mode)

d RS FR TR REIE T o BB RS
R et 0 LSRG E 2 o ARG AL A FHERE
2B engedE > 510~1002 F > fI* HFEE R F2Z B LI FE 4 (vander

Waal force ) #az w 4% » %‘%J‘J Rt m LR R R o FiREd B RS
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- Sl SR U - S t A r) ER LW S L N =5 t s £ i TR
c. E& ;' (tapping mode)

R AR b RN R ant > AR B FHFE O I X
A REHFEAERER O G HHFES SRS LA e DFFE ,%‘s'ﬁ’,u

FephdeRse i HIESEFAEHE202 F

-

BRSO

zﬂﬂ

AR

1=
o

BE AR H AT R B0 0 (e F AP R Randf
A AR A KRBT LG A RDIFR S R T 4 RS
1T RILAeBI3-1097 77 2 F -2 G R 3 R B ACEL(SEM) R Hde Bl

3-11(a) ~ (b) 7%

Controller

Piezo scanner

Computer

Cantilever substrate Photodector

Cantilever

B 3-10 B3 4 Bfck

1‘%‘
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[

B 3-11(a) ~ (b) 47 &= =4 SEM # 1

HER B % KRG T ]3-12 (a) ~ 3-12 (b) ~ 3-12 () ~ 3-12 (d) ~3-12
(e) » A | i La _Ca MnO /NGOUOYtk + 4 & ittt (AFM) T hif] 2.5
. . g 4

%

gt

% > AT :
=
|~
nM ‘ﬁgg
L=
Line 3
4088
3908 |
Line 2
2988
168 Line 1

5] -
Zuea

E] 3-12 (a) Lao.7Ca0.3MnO31‘3‘z \-,E;'—'%\ i AFM%]
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nm

nm

>
~

Ji
Hele

e ok N T S ol Al i

heightl
35

30

25

20 4

15

10 4

T
1000

T
2000

nm

T
3000

T
4000

T
5000

%] 3-12 (b) La0,7Ca0,3MnO3 ’}}i s %\ m Linel

36 - height2
341
32:
30:
28:
26
24
22:
20:

18 1

T
1000

T
2000
nm

T
3000

T
4000

T
5000

Bl 3-12 (¢) Lag;,CagsMnOs#: & % & Line2

32 height
30:
28:
26 ]
24:
22:
20:
18]

16 4

T
0

T
1000

T
2000

T
3000

T
4000

T
5000

Eg] 3-12 (d) Lao_7Cao,3Mn034f3ﬁ r\-’,‘;%

® Line3



$=2% FupSfdz LARP LY

nM nM
78
4008
68
5a
3888
48
20888 38
28
18688
18
a T T a
1688 2888 3888 4088
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PR SR L R0 S 1 3100 B

¥z F FKH T SFF —FF (Pump-Probe ) £/,4 .4

LR P R R BT PRI IR

ZF —47 Pl & 3¥ ( pump-probe spectroscopy )2 2L F £ & ch1 B o

7~

S kg o A G fEd Y Thd ) (1ps=10778)) > A3 N2

AFEFORIBEBEERNGEN - 28 a 85 RIS AFERY R

FRAARFHBF RA

N 12
e £,

SR F o BPID R G ER LR G

B R 2R 2 - ) (1075F))aipl £ e g 7

Facs

o % FEIE_1980 & B &r. WF 4%:4%5' ¥% fbegg bt crAp B BB E
TR B
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e W F SR R R

4-1 g —FRE R RE
RERET HEFHRNSFE ERETR S 7 LE I HY
( femtosecond ° 10_ sec )& B LR G S A A dot Bk 5oL 0 F BT
ALEFF THOTHAT > AP AT T BERETF
B R e d B RMT AR E R L Aok A1.50 ¢ Eh
ERMEP 5 AT s 100 § B E PR S R A ok i R G
R efp iz F kT s K e 100 § B A o @ iR R
Plgg-l 1 100 F 6 e

Ho &5 ORGP T R ER L Tuier > d R

S LRV S R L R A Ry N L ]
EALIT R enk Bt i AR e R 2 T 0§ e

WL PAY & W TR A g{i{m B ARy A2 B
Bk o BfE BEG IS E TN > FlE AT A RARTRRG R
T AR > ITHF L A o TR R R R R RS F AT

AT Pkl o A4 n P E i BT ek o

HoE — 3P R Ao Bl4-1977 > g K (pump )£ 35 Bk (probe ) &
9
# > ¥ ¥ 5 13ns (nanosecond > 10 second) > ~ EJ"JD{'IL’E%L; 39m> ATl
ek B R R & 13nsp o B ¥ n(O)Edpd Fow ck » SRS T S e B

P2 RS F ek S5 (index of reflection )4p B » » ,]} F_An(t)e
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Yr ¥ BT HEF —FRE R K

BOERET R Ed A F (S T )RR L A § T 5 AR R 5% ARIR
(£ 9 35 5 ATITYSE F(0)0s (- 5 23+ 4 B0 - 2§ 210 ~10 &
B Bl g AR (E B F SR R RFSNE PR RS R ) Sk
BTEERY LB PRI R ZFERINEFNE - 71757 ",f—i FRear

PP EL & * 4 4p Bt ( phase-lock technique )[25]3 B~ 24 i 97 & i

B o

13
ES
B

~ n(t) B
pump pulses s - \"""-...
== == fime
. <«— 13ns — >
probe pulses ‘ ‘
- 5 » time
~ L
—>| | = :
t (delay) AQ modulator
Tl @ 97. 7K Hz at purap pulses
Io (1) Al (f) W 0

|

probe pulses

(from sample) time

|~5— 0.01 ms —7‘;.-|

[=
detector & lock-in amplifier

o 07 . 7TKHz

ANty 1 I(t) = AR(E) | R(¥)
ce nfz)

Bl 4-1 o 35 B F % R 72T & B
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) 3 st —F IR R]E S

=
Hrels

"FT' A A Bk 4] R (acousto-optic modulator » AOM )34 1] g ehk
& (pump beam ) > £ # 79F 5 §_ 97733 Hz (97.7KHz) > 4¢4p3c~ B1i4p e
ST F KA R B SR e U de AT R 2 305 A T (D)
2DCR BRAE  RAF IR AER aAl(t): N & F F i £AR o

MO & @3- Bz B mantRO

L(® o B ts TR B HIIE R X chk R
0

R(t)
AR AR(t)R(t) IV A, VU B EFRIR E o d ST A

3R SFRARIRE ~ Sk 55 B B o ST S0 B - BATE R %

Eplalicdp 2% 0 @ 3 XREAV] TR o

I Ir
AR Rpump - Rpump ( Ii jpump [ |i ]pump

__ open closed open closed
R Rpump Lr
closed
Ii pump
closed
(l )pump—(l )pump
" /open " /¢losed Al
= = Eq (4-1)
(Ir)pump I,
cloed

He

(|i)pump :(Ii)pump :(Ir)pump = |0 [10]

open closed closed
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4-2 woF —FERIER A2

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

Tiszopphire Lazer
20fz @ 7B.BMHz

o
' Chamber ; 5

thonitor {‘; ........ *I m I.- I EF Iq-.l E I I o I
R _ I
@ ff o i e s

........... -

Computer

AOM : Acousto-Optic modulator, P : Polarizer, PD : Photo Detector,

M : Multimeter, RF : RF Driver F :Function Generator,

D : Delav Staae Controller.
W42 g =R Rk s
it B B S ARRIE R Ao B 4-257 0 R Y F
Coherent Verdi V58 it & &> diskpb & 5532 nm & = %l 5 Wit %
B KR B S EF £ 3 5( Ti:Sapphire laser ) » 4 fifs 15k P ww Rk £ G

800 nm > "X #FE K20 fs > "R HFE AF 5 5 75.5 MHze#% e g &4 o

FERGD NP ERELG FEEF S ARE M b4
&~ K BHa s BSR4 ® (Acousto-optic modulator )~ B 5 VAR ol Ig

iR T & B R E A g T kg A F Jurk ((positive group velocity

dispersion > GVD ) » $- 3R #% e B i #icp pso T RE » kkim o Gk}

I

AR F L G - ¥ (prism pair) {Fnegative group velocity dispersion -
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|
Hrels

BiEA e g EE Y Ak RIA T R E AR Arildeend fk
& 0 ¥ 5 ¢ $74¢ 7 ( Dispersion compensation) » 4 @]4-3 » & T &% F 5 & T

EH PR B A <45ps o

W4-3 fEEH1F 5 5 S0t i

G RGERAHL 0 §RNE- B KE o A RERERA
B R 8208 R o M P THERE s 4 (pump beam ) » 453 £

RI#- 5 #5 R % & ( probe beam ) o

Jegr 6 & (pump beam)

FAFERLE- BEEAFET T he > % DERA G RE G SRR
LEEARR (07 > Hp B 50 Hyed TR BRAELAHET g
IR ABLBIES > BT EERLMOERNGT S T E AL X
B ohd T o

FFFFELE GEPFFE LY (Time delay stage ) » iz Bt £ E
Fd FHRIB BT R EGgES SEFIHRIH Sad iz &

e R S A RS S R e T
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eF4 gy o AV AT F gt R T A L 5 Newprot PMS00 series o
SRR gt k€ i XL (Half-wave plate) ~ 4% &

(Polarizer) ~ s R E Tt i m o H¥ L B iRt ane & > 7 074

W

dR S e & ARk B s
7 #/ & ( probe beam)
FERIE G ARG D k2 1 A kE L €S- B sk
Bom P R 2R OELAFB(AOM ) > L A BAFIELF > AP a7 ¢
e P AFPES 0 P AR AL R R FR DI ST R 2R o Aot
- ko APIER FEFITS AT I NG ED R gtk o BF 0 FRIE
gEd kGRS A R B —wEE- BRHIESLE > ERENKT

44 2135 ( Reference ) v ¥ = g B § 2 e kdp e > BB 2k 2

i
\*

PR A
iR s o Al mIRD e E KRR o

PRI GD RS A B DR SR (F LA S R &3 5Signal) o Sk iR
% (Photo Detector ) » ¥ *hi%5 i3 B iR & 7 #4] &F Mgl & > g
a2 ML RSB B PR PR ap R R A

B2 %% 5L ( Signal-Reference ) » £ #-k M 5L & T RAF o g

\\\Xr

&

9

TR L G S REFF R > # 3D ETTE 2 fest o TR
&d 48 4p3c~ B( Lock-in Amplifier) % % # ic 7. % ( Multimeter )’ £ i% i

"uLabview #ix 48 33 ,Th? E R B BRI A By AR o
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bk g kv HLCMO (x=0.3)E % 5 0 2 F e b eht p B 95

AP L el b R R NiBIR S b 5 T h

e . -5 = - . PO (I 4 v - A 2,y o« 5]
_—;.B}.?élo torr 5 "% 8 }\‘{L’%@Fg”;{}\‘/&% T2 WA AL e

Lake Shore 3318 7 Bisfedrdlie 4 &% § cn & Rz 4R A -

4-4 po R ag B R B RART R

AR S| A ek L > F A ke L F

P o o SRR R E RS A G o AP R AN PFRRS

PR B R R T IR AU R S BB P iR B 0 R e

3]

BRAR 0 G5 AT O e g

BAANShwim el E

:‘ﬁ.
o

LR4-2% - AR B oK

SERCCDETARE > ¥ UE HZRPIFF 2 FRLELE LRSS L2 Oz B E

& )

» LRI E ERR 0 ok CCDF R R Bt F R

TOUE Rk RELEEE 2 R kA 2 i B o ) BBOM 1 EAG
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A fp A * 2La s 5 48 BBO ( Beta-Barium Borate ) % & fpF b eag 1B
BRI FFERP S L R R AY Z BAMERE BIRT
AT AR s R R R ER R EERE L L AR L

5 A 2 - BAFEEX(400nm ) 4o Bl4-4457 o 38 [F F B f

143{

AR AR SO EH PBBORK  Fh 2 Rl B FELai
48 R F B E RN LA EREFARFT B E il

SEERR RS R ST

yoobo APy BEBBOLMMKERIT HIRHTFERR > 5 APHBBER G
FEF S g R o  RIF 2 FAEE I chE &> @ (T3] 5
SN BARE R o A FA G RGEARRE 2 52 £ & pF o ArRFahE kR
ELKR-S35 o AP ER T BHE (PMT )y £ R F L gL pr F af & chig it
Mok PG ENREFETRE S PRESEDFHEEH DY > T 4T
B rE AT E D B o F Bk ATIE PR g 18 R YRR L 36fs 4@

45507 o
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& Bt —FRRIE Bk

Fl4-4 & 3§ "% ird sti ~BBOS 4 -t B

9000
8500
8000
7500
7000
6500
6000 ]
5500 -
5000
4500
4000
3500
3000 -
2500
2000
1500
1000

500 -

pulse width 36.43fs

-1000 -500

T T T T T
0 500 1000

delay time (fs)

W 4-5 F S0 rE A
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TR BT SEE —FRIE R

4-5 e —EERIE R BT

JORER R AL AT B AR R R R > 3 S Fde

THABT R 1IS2 B P ARBERY LR R ER
BRINE 0 MR RT HT IR TR o EB RS §F 5 power T
F 500mW 12 P ER R AR R 0 KR T BT R S s kEhRkwE =8 -
BELFRBAELTT CW st ST L B BRIT o 5 1348
T FERRT Mt FR T T RAF RS EL o

2. FLRRR &

AR e AR A L FI SRR 5 - T E R o T
"B RERETR S R R ?i_;‘zkﬁ:‘%@ﬁf CRET LR R B iniE
Tk o g AR S DL R 0 AR S SURRR R F ST R R

B A4 BT E - 0 NSk PR R BT RERE
FTREOAEEE SR RE BRI B2 whif &2 453 (pinhole )=
AR o B BRI R AL 1.6VDC e FEEAF R 18 )]}Ja DE
chamber4y + » = B 1 & J[Jjf (rotary pump ) > £ /R 4 *5 3 10_2torr.l‘1’r ’

£ B~ JF (turbo pump ) > #-E 7 a‘dv,LIOtO Tz °
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e
i
\\\Xr
ol
1k
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B MBS F BB BBk R B R T AR
e e o kend & P E A1 CCDBR| > FFPF 5 7 3 PR 28 B 58
BAMBERY kP a2zEn >R aiE - KRB B8
DERELS ] o @R B SNYER R BE > dogt - ko i P A

AR Sk BEG AT T Ag o FREFE (RARIR] Sk BE 0 2 it R b Y £ o
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A ot g SLCMO S0 L edhin® 2 & % (orthorhombic) » 32 § T
Boenfhe f o F]UL R R g —IRBIEAF L I AL E o ELF IR G
A4 RERSTEUELT X pump beamF 4§ o A F &4 > AP R pFRF R
¥7 s —38 B % so( pump-probe system )£ BILCMO+k 5 @ & 3| H g pF & 54 5%
FOOFUEABFRL LS T - b aldp A 1 o

tepump-probe® F 0 5 T FEAFH LA FRIRILF HERE AR
SR pIA W E 5 R KSR G R R AU B Rk kR BPERE
R s i L5V E L R R F g £ARY 107 ¥ 1 F TR F 4R
& B bt e R 2. T PAR/ReFlicR B 5107 (B 5-1) ;7 8 F s % B bt
firi® > F] 4 detector B j 4% BIFFIPISE ik SFERIE 5 gt PR de R R R AR A
7 s detector X B F B R o REH 107 1 EARKE &9 107 #1121 & ¥
FoE kiR T PAR/RePER B 5 107 (B 5-1) o K F sk ET U E

PR S%NT R EEE LA R AT AP RN HREEF Y o
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5-1 £ R E%
*F B P F1ié * pume beam v & 5 60 mW o probe beam % 2

mW o B 5-2 #_%_300K #] 30K 7AR/R i& o

La, ,Ca, ,MnO,/NGO(110)
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-H
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Y/ -
- —— 300
32 ——290
| 285
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1 275
0] S
P ——— 260
26 4 e
< g — —— 250
O 244 — 247
T(_r———*'—?——*——*ww—'m
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18 —WW 200
| 180
———160
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T 120
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6 —
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delay time(ps)
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$IF FamEEFHIH
d bR R HREEAPT A g TS BR R
1. =7
AR 300K 3] T F"’LF'Q%;TJ TIEL G RFTILG > AR 5-4 F7oF o
2. Fe3M
B R T 220K 11T o AP EFEAME S T o A 180K F| 120K 2 A o -3¢ i
7 % ( fast componemt )73t 5L A -1 & | 2 F o
3. ¥5.: AR/R # 247K 3] 245K et 5L d It 5L = f §L o
4. AR/R ¥ tg:
BRE %R 300 K~120 K OB R FE R " MI3RT Te B2 ¥ 7 5
AR/R 355 ek bbb Ape il 0 TC BIIEGE 0 B R e R AR kAR o
5. AT 100K 127 > ¥ LBLRFIS R R R A b crfe T84S )R AT IR o
MELE Z - B2 % 4 F i fast component 0 1 E — B3 i PGS O
slow componant °
KR B %7 g NAR/R%5UE & (246 K) M+ RT transitionig & » ¢
BEREZE 8Ke
BEMBRHIRSE LG 0 ARBRHDAINERF N T F AT § 5

il R RWEREP AT EAD N HET S AER T bR

Fpd R+ 3 Fapft > BEMINTFRFEIHTHERL

( electron-electron thermalization )iz Fgf~ 5] 5 #ict H4) & B chpF F p
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(femtosecond )= = ; prPF > g UR R B DR F @R R RO R

( electron-phonon thermalization ) > & 7 7 & 4 f #2690 % sLid Pl 4T ek
BB BREELS S A B = & )( subpicosecond )shpF fF %‘%E’ i AT
HEFR T BT BRI ARSI EZETDGE G A PR R
WA PF Y KT g o <Ipsc HEFET T pEIodH ez BFen

# T §7( spin-lattice thermalization ) » 8+ B ps FI A7 B ps o e > F -

—_

2 2

B %) % §/(nanosecond )4 } 938 ¥ iEAR 0 5 gARF 950 i 3F 42 ( magnons

relaxation ) o &A@ 5 ¢ T B AT F - B R etk gL o

w7
FEITCHITRFIG Z R AEIIRT 29 % 3Hh~ T

58 945% e Lag nCag ssMnOs 8 40P A 4 27 18 pl e 23 B0 B3 2 75 ;5 [26]

oS G e G R R & L o

—~
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La, ,Ca, ,MnO,/NGO(110)

17.6 o

175 o

17.4 A

300K

)
| { Jh i 4N

n w
MJ ‘m. '\\ W qr H\

10l F
iR

16.0 | 168 1

L L L L L L
0 5 10 15 20 25 30 35 40 45 50
1554 delay time (ps)
15.0 -

rrrrrrrrrrrTrrTrT T T T N T LT LT T
0 20 40 60 80 100 120 140 1607180 200 220 240 2601280 300

delay time(ps)

B15-6(a,b) % i F200K % 4 3231 5 + [

K R5-6(ab)® ¥ 11 % 300K 523 £0.01x10™ > 180K g3 2x10™
BEA DA F R 2 e AT R EAFBIRE o

Raquet @] F§ % #.Lag,CagsMnOs/LAO(100) 4% & » 7§ & 4K~170K 2 F¥
(Te~210K) » & FE3 %= fagesn vt (Giant radom telegraph noise ; RTN ) » i F]
K p 34Eeclusters s B As 20 B R 42 [27] -

RTN % p *te4 afluctuatorsra 1 fE (state)ehs 3 > G4 & Hp» - &

- B2 i3 * e R 5 (conductivity ) > 12 ERIT g X ET F e g
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Bede o B5-7:7 2 B P B or 38K{r 156K £ i two-level fluctuations (TLF)#
= 0@ fif & I80K 4+ Al A FIRTN (F] 5 ¢ 8 & ™ F Lag;CapsMnOs A =
> B L) o fluctuationsi i A2 4o B)S-7en+% Bl 91 % 7+ o L *F > | #R.D.

Merithew % 4 » 4 7 A I % > %k & 5 Lag-,CagsMnO;3/STO > & [

5-9[28] -
AR/IR
|o,04%
sy o] [ s 15K
0 Pl 4 5 8
Wi Mt 3K
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x0.1 | UT"—LJ" 71K
0 bl 4 8 8

x 0.1 ST W WAL 109K
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0 7 2 3 4
NI e 167K
000 005 010 015 020 025 (g:?wn
185K
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Time (s)
Bl 5-7 dp TR F S RTN L0.01%% 8 3] 2% > fe &g & 180K 12}

#rix 3 RTN ; + B4 o+ fluctuation :E42[27] -

-7
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10°
% 107k
© =
10 -.. .. : 107k
‘_':; | | n 10° . .
I .I ™ 0 100 200 300
~ 4ot
g 10 - T (K)
< a
w 13 .
10 [} n
.l
10718 | IR PR BT B oam, ¥
0 50 100 150 200 250 300 350

Temperature (K)

Bl 5-8 35 1 noise ey A& A& 4K F| 100K 3 *c 7 4 & order’ * noise

level . ~ E g B frT 5 b~ g B B F[27]
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Noise Power
(fractional variance per octave)
{asenbs Jad swyQ) esuelsisay

50 100 150 200 250 300
Temperature (K)

Bl 5O RIEB el eRNEZTTFRE +RBZ7T 7 RERE

T 7 i oo fluctuators[28] o

UV oude st § Dl e fAp R H B4R ( magnetic moment )

F o] g d o h4BE & B R 4B £ JE 1k (depressed state )2 ik w

4 i+ fluctuation » + PABMEE TiF 23 BAZR DL T3 APESE - &
pump-probe#ics @ ¥ ©L AP Aoy R R 235K T o SUELE 4 IR
($t 2 & Fesn) o et - B R R 120K gt et A R T 4 it
RMTE (X RTE)E 1) K3 Te(254K) 482 & it &2 % % & (correlated
polaron ; charge-ordered insulator )3 4p #£% chfF £ > F] §220K T 4 S0 §
AR & B (LEI1-2) ﬁﬁ»{iﬁﬁiﬁl‘@ii%ﬁ: Be T 2 >3 4pd i pF >
fluctuation % cHkg ¥ - d A 4 3 FE R FIERTY M i g RAp M -
¥ 1238 Blpump-probed % ¥ e %+ §_F] 5 fluctuation > )I*u A At
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v

% B & (depressed state) 7 Ap ik > » 74t F A it S

AR/R % 55

AR/R10™

La, ,Ca, ,MnO,/NGO(110)
26.6 4
26.4 <
26.2 <
26.0 4
25.8 4
1 245 K
25.6 4
25.4 <
25.2 4
25.0 4
T T T T T T T WM T T T Tt T T T 7
-10 0 10 20 30 40 50 60 70 80 90 100
delay time(ps)
A - >4
B 5-10 5L 48 & 247K 3| 245K g5
0.00018 v/
0000715 T=30K
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0.00000 4 800 nm probe
0.0000E -
0000035
o
G 0000004
< .p.o0003
=0, 0006 =
-0.00000 - 650 nm probe
-0.00012
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-0.0001 8 e rrff—r—r————1—r—7—
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B L L B e R
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= [#]
g - s o
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E ] - ? ]
m 1,08 eV
o 0.518V afi i fﬁ
+ 1558V -
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Temperature (K) Probe pulse energy (eV)

Bl 5-12 LaggCag33MnOj; single crystal &% BLFF 7 e probe beamit & =ik

b2+ Bldg a10KE 60K P & 54 5 5 it & 2 7R i & M % RI[32]

AR/R (10°

05 0.0 05 10100

Delay (ps)
Bl 5-13 (NdosSros)MnOs jposf 45 Bl R o By B2 o1 e Ap 46 28 & 80K PF e

=g "E 1 ABIT F [33]
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B]5-11% 77 LuMnOs & 54 % 2 5L%E ¥ 7 e erprobe beamiy & @ % 5L »
800nmenk &5 it H 1 5 600nmenk B gL F o gt BapF 0
g4 TS B £ BF B 4 ond-d transitionsay £ 0§ 5P R aay B K
WP B MBS D IRk BRE L B L
EAFERY > APHIIFR DN T > EEBN T B R D TR S
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Correlated polarons
Ejr} A E; T-T,
—+a FAST SIGNAL
MG
Mn**  Mn#*

a1 ”-
TS

T==T,
SLOW SIGNAL

]FCF
Bl 5-14 Mn® & Mn"" 1§ + 2R L 5 587 L F[29]
kB 5B E A7 4o B 514 ¢r7 S B B dp eifast signal 3 Mn™' ¢ p e
+oaeng 3 4 Jahn-Teller effect? 742 B1(Ey) = 7] 5 it £ = [ efd (29700 4% P
FMn* e dul iy B0z ((Bp) e A MO Rl Y B T & 0 ke p s T
% + > H 5 & ] % Hund coupling® e, p e F 83 » MEj# 75 o Ecpd_
B e BT A B ihe Bty i B A o
Eg=0.5¢V ; Epy=1.5¢V ; E;=1.7eV ; EcpR2eV ; Oy X Mng i & AR4eV
# 5 7 pump-probe* 7 * i £ £_1.55eV e 1.55e VT $H i it i 1B
% Jahn-Teller effect? /4 2| chEyy » F]pt SV P Arig B gt F % ¢ 971 * g Sfi
¥ E o chaJ-T polaron > Jut ¥ i Fl4pF 4B 1 + 7 R R P el

2L o

|l
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