4 . E(TO)

E
16-17 18-20
21 N E
0.1 2THz e (o) ¢ (0)?
E TO
E(TO)
E(TO)
E(TO)
23
1 -
1.1

(pump beam) (probe beam)
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(Impulsive Stimulated Raman

Scattering)
7" @ o-
TO
(Phonon-Polariton)
(Coherent ) !
(4.1.1)
(Electro-optical effect)
(4.1.1)
DC DC
Pure LiNbOg Crystal
0.10
0.08 -

Coherent

Oscillation

/

ATgQ (au.)
o
&
)

0.04- Jh‘g

0.02 |-

0 1000 2000 3000 4000
Time Delay (fs)

4.1.1 -
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c
4.1.1
Lz01 | Lz02 | Lz04 | Lz05 | Lz06 | Lz0O7 | Lz08 | Lz09 | Lz10
Zn
0 0.8 3.6 5.3 6.1 6.9 7.5 8.1 8.3
(mol%)
315 315 380 280 390 315 300 380 300
(0 m)
4. 1. 3
- (4.1.2)
50% (pump) (probe)
(A7)
<101> ( ¢ 45°) c
c EO
(1)

(Kerr lens mode-locking
Ti-Sapphire femtosecond laser)
800nm (auto-correlation)
586 fs
)
(polarization beam splitter)

(half-wave plate)
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€)

4)
(a) PIN

(b)

()

CCD

(6)

(silicon PIN photodiode)---
P-N

PIN Diode 50Q
(Photomultiplier tube, PMT)---
10*

(Phase-sensitive lock-in technique)

(lock-in amplifier)
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10°

PIN

(chopper)



e BUMD: P4S Pump Probe
pump: AT:zALI/H ,f—————‘-*?
probe: P c Chopper ! :

| |
----pump: 150mwW @9 : :
] 1] !
probe; 100mwW : :
= [~ !
| |
| |
| |
| |
L - - 77 \:k

A—

4’
és
f=7.5cm

Si PIN-Diode 800nNnm
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Xij

P=> yVE (0)+ > W E(0)E (@,)+ Y xDE (0)E, (0,)E, (@) +

(O]
ﬂfu

W W OM3...

0
Zij

€)

= ZZUE/
J

i =123

2) 3)
Xk > Xiju

2)

— L= Z 2+ Zz,ﬁ?E + D XuEE +..
J

Jkl

(2)
Zyk

(2)
Zyk

(2) ZZ;JZC) a)lawz’a)s E (a)l)Ek (a)Z)
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. (4.2.2)
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(4.2.3)

(4.2.4)



Ey
(a) o#m
(b) (O] (V)

o

03 ®irm;

®3 W M

o3 0;—m2

0 o 20
®3

0
03 O1—m
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Ak =k, -k
(Stimulated Raman Scattering)
(TO Phonon)
(Polariton)
(TO Phonon) (EM Wave)
E
)=
Z tDz =c*V’E
D=E+4rP=(1+4ny)E=¢, (a),lg)b:
(4.2.6) (4.2.5)
er(a),lg)a)z =c’q’
g (w,k) P
— nm e*z —
P = —~E
@
HOr [1 - 2J
Wr
n, e (effective charge)
(reduced mass) o, q=0 (4.2.8)
g (0)=1+—=+ M
e
2
0T a)T
(4.2.9)
®

(a) o<<or e (w)=¢e.(0)
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2

(4.2.6)

(4.2.5)

(4.2.6)

(4.2.7)

(4.2.8)

(4.2.9)



2

£, (0)=1+Le 4 MwC (4.2.10)
E,E  E,0r
(b) w>or e (w)=¢g (o)
P
€ (0)=1+—¢ (4.2.11)
£,&
(4.2.9)
0)2
e(w)=¢,(0)+—5"—(&,(0)—¢,(0)) (4.2.12)
@; — @
Lyddane-Sachs-Teller (LST relation)
e (0)o; =¢, (0)o, (4.2.13)
(4.2.12)
( (a)2 -w; )g (0)
E(W)=&€ (0)+ 4.2.14
r ) r ( ) Cl)]% _ 0)2 ( )
TO TO
wy€.(0
e (w)=¢, (00)+€—’(2) (4.2.15)
Wy — @
(4.2.15) (4.2.6)
2 2
2 () w gr (O)wT
(4.2.16) q a Wy
g (0) TO Est &(0) Eel
TO (4.2.16) 4
> 2 P
P st i7T,i
q ——8 — > =0 (4.2.17)
i= 12234 C a) C()
800nm g, =5.09 E(TO) @,
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(Raman Shift) (4.2.1)

A.S.Barker’ - (Kramers-Kronig
Transform) (4.2.1)
(4.2.2)
1 TO phonon frequency Esti
T, (THZ)

1 4.55THz (151.7cm™) 22

2 7.10THz (236.2cm™) 0.8

3 7.87THz (262.3cm™) 5.5

4 9.63THz (321.0cm™) 2.2

42.1 E(TO)
152cm™ B Y(ZX)Z

12000 L 236cm
E)
L 8000 |
Pn 1
B 262cm
3 .
c 321cm

4000 |

O N 1 N 1 1 1
200 400 600

Raman Shift (cm™})

42.1 E(TO)
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= -
o N

(00}

Polariton Frequency (TH2z)
EAN (o))

N

500 1000 1500
Wavenumber (cm'l)

4.2.2
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6-10

p-pol z (c-axis)
—I— - Probe

Signal 4___.-&I’ \% Pump y

Anal P X
natyzeEt ) Samnle p+s-pol
Iris Lens
423 -
(Pump) X ( C )
yz ( C 45 )
(Impulsive Stimulated Raman Scattering)
(Phase-Coherent)
45° A(TO)
A1(LO) E(TO) E(LO) (Raman Tensor)
a 0 0 0 - —d c 0 O
A4(z)=|0 a 0 Ex)=|-c 0 0 E(y)=|0 — d
0 0 b -d 0 0 0 d O
c c
0 — —d|0
E(x):[l 1 0] - 0 0 ||0]|=-d
-d 0 0|1
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c 0 0]0
EGp):[1 1 0)J0 — d|lo0|=d

0 d 0
a 0 0
Al(z):[l 1 O] 0 a 0]/0[=0
0 0 b
E(TO) Ay
2 ( ) @,
, @y (03 =, —0,)
(0, =0, +o,) (0, =2w)
(Phase matching condition) (The law of
conservation of momentum)
800nm 58fs

(< E\E)) (4.2.4)

4.2.4

(424) k. 800nm ki ko

(q=k —k,) (no>ne)
(4.2.5)
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NSRS

(@)

Ne 1o

k! =omn, /c\

m q,+4;

/

0

4.2.5

ki ko

(b)

qy

(4.2.6) q

k1 w; +— k2

(4.2.5)

ki ko

29
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(a) k; C k; C

ki kp k= a)ln% ky = a)zn% q,

(b) ki C ks C

ki ko k{ =a)1n% k3 =a)2n% q,

4q,
Ny HMe (Ordinary) (Extraordinary)
9, 4y e
q, = (o, +%) sin(0/2) +(w, —%) sin(6/2)=2w, sin(0/2) (42.18)
g’ = (a)L+%)_n§—sin2 g_ —(wL—%)_nf—sinz [g _ (4.2.19)
g = (wL—%)_nj—sinz g_ —(a)L+%)_nez—sin2 [g _ (4.2.20)
_ 2 a,b?
= q=+9. %9 (4.2.21)
Q TO
g’ Q 0
+00 Az 672{(a)+Q/27a)L Y +Hw-Q/2-w; )}/ A
ab _ 5
9 (Q’ (9)_ I do 2 672{(a)L+Q/27a)L)2+(a)LfQ/2fa)L)2}/Aa)2
Q 0 Q 0
() [n’ —sin’(=)]"* —(0F —)[n’ —sin’(=)]"*
{( 2)[ , (2)] ( 2)[ : (2)] }
= (@, + D) —sin ()] — (@, 7 D)1 —sin* (D)1~ (4222)
2 2 2 2
0
R =4 expli(q;x+q,2)] P =4, exp[i(q/lix“hz)] ( )
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) 1 1 .,
P =2A4expli(q,x+q,z)]cos Agx Aq :5(‘1// _Q/[;) q, :5(‘]// +q/’?)

TO Q

0 q=+q.+q;

(4.2.22) 0
1.2315mm
7.5¢m 0.96°
0°  (42.7)
6=0° Q¢ 6=0.96° q
(4.2.22)
(42.7)  6=0° 6=0.96°

q
q TO

=
N

=
IS (o3} (e} o
| | | |

Phonon Frequency (TH2z)
N

0 400 800 1200 1600 2000
Wavenumber (cm'l)

4.2.7
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4. 3.1
(1)
Congruent LiNbO,
0.10 Pump power=160mwW
Probe power=100mwW
0.08
I—80 06
< 0T :
1
- .
0.04 | J !
]
I i
]
0.02 - '
1 " 1 " 1 " 1
0 1000 2000 3000
Delay Time (fs)
43.1
(2) To
ATeo T0
0.02 |-
o 0.00
%
I—
<
-0.02 |
-0.04 |
1 n 1 n 1 n 1
0 1000 2000 3000
Delay Time (fs)
43.2
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€)

(4)

73

80 éTI—Tz 1
560 F
8
o
g a0 L v.=20,
a ~ 7.2THz
= Vv, =050,
H 4THz
20 |
0 1 1 n 1 n 1 n Jron—
0 2 4 6 8 10
Frequency (TH2)
433
<101> ( z 45°)
y
E(TO)
13
2
S(t) {A exp(—t/7)+ Z A exp(—t/7;)sin(wt + goi)} (4.3.1)
i=1,2,3
w @ W A1 A A3 n n
h b B
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S(t)oc| Ae™ + A" sin(m + ) + A, sin(wyt + 4) + A sin(oyt + ¢3)]2 (4.3.2)

Y 1 2 1 -2 1 —m/
Ae e +—Ae /" +=Ae ' +—Ae /"
2 4 2 4 277
—t/—t —t/—t -t/ —,
+2A44e % sin(mt+¢)+2A4A4e e sin(m,t +¢,)+2A4A4e R sin(ayt +¢,)

2t 2t -2t
—% Ae " cosQart +24) —% Ae '™ cosayt+24,) +% Ae ' cos(Qamt+24,)

-t

+AIA2€_%‘ 2 cos((w —@)+d —,) —1411426%‘_%2 cos((@ + @)+ ¢ +¢,)

40’ cos(@ - @)+~ h)—Ade’ " cosl(@ + @)+ + )

-t/ -t -t/ —t
e cos((@y — )+ ) - e’ cos((@, + o) Hh +h)
(4.3.3)
) @
o 201 200 203 oty o-@o oto; ooz ot oo o)
o w3
5816 fs
10THz 02—
m3—0; 20 ot otos 20 2o
Vi V2 V3
Vi W—®; V2 MW3—M V3
20)1 Vi V2 V3 E(TO)

W o W
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2)

4.2
(4.3.4)
12 ‘\ \ _ Oil o /7
N 0=0 iu620.96 //
o\ . J
AN h 4
\ N\ Il V/4
— ‘.\ \ =t 7
N N " J
I AR ! /
8t N\ o i7.28THz
2 o —— Z
@
>
3
LL
c 4
(@]
C
(@]
e
o
0 1 1 N 1 |
0 400 800 1200 1600 2000

Wave number (cm'l)

43.4
(4.3.4)

w1 3.6THz w5 6.76THz w5 7.28THz
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(4.3.4)

SN
S
SN
T — — 1
o &
SN + +
~
g SO &
< ~ N
/ = =
— D —
fT | | =
| Ne— ~—
N— o o
o X >
o3 62 [0}
e g}
— Q Q
_ Q + + |
o]
—_
~
~
el
(gl
Qq
Lo
= o
AN e
o™ = :
Q N

Vi

Congruent LiINbO,

0.04

(ne) 01/(03)Lv

36 4.0

16 20 24 28 32

1.2

04 0.8

0.0

Delay Time (ps)

4.3.5

36



Pump power = 160mW

[Zn]

mol.%
< 0
5 = 0.8
5 3.6
+ L
o 5.3
= |
O | 6.1
EJ/ -
< L
—\/‘/\\/\/W\/\M 7.5
‘_—\/\/\/\/\/\/\W 8_1
‘ 8.3
| | L | L | L | L | L
0 500 1000 1500 2000 2500 3000
Delay Time (fs)
44.1
3.0THz Pump power=160mwW
§ Probe power=100mW
E [Zn]
k) mol.%
; 0
= 0.8
g 3.6
— 5.3
L 6.1
6.9
7.5
8.1
. : . : 8.3
0 2 4 6 8 10 12
Frequency (THz)
44.2
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(2)

Pump power=160mwW

7.5
7THz
4\‘_////‘*_\#—4—*~{$\
- %
T 70k
>
= 4THz
S 40F o o —a S
g
s
35F
= 3THz
3o *® -
1 1 1 1 1
0 2 4 6 8
Zn Concentration (mol.%)
443 Zn
= /n
(2)
[Zn] = 3.6 Mmol.%
6
Pump power
— 160mW/
>
8 4t
5
+
o
% |
- 40mwW
<
20mw
0 :/\/\M/W\WWV\/\
" 1 " 1 " 1 " 1 "
500 1000 1500 2000 2500 3000
Delay Time (fs)
444 Zn
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(2)

[Zn]=3.6mol.%

= N
ol o
) )

FFT Power (a.u.)
H
o

Pump power
160mw

- - - 120mW
----- 80mW
——- 40MmW
- 20MmW

4 6
Frequency (TH2)
4.4.5
[Zn]=3.6mol.%
75}
7THz
N R A
N
I
=
> 7.0;5
% 4THz
Z 40} T . * -
I
35}
3THz
30} " .
1 1 1
0 80 120 160
Pump power (mW)
4.4.6
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(b)

3THz
Lz01
S 10
L Lz02
S
3 8r Lz04
'g’ Lz05
@
s 6 * Lz06
e . Lz07
= Lz08
B LZ09
© Lz10
|_
2}
ks
3
L O}
N 1 N 1 N 1 N 1
0 40 80 120 160
Pump Power (mW)
447 3THz
7THz
S Lz01
S 6t
9 Lz02
2 Lz04
'S
&
S 4t
£ Lz05
o Lz06
o Lz07
SLL Lz08
= Lz09
ks Lz10
5
o
LL
O 1 1 " 1 " 1
0 40 80 120 160
Pump Power (mW)
448 7THz

(@) (b)
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€)

(a) Zn
13
4 THz
(b) (4.4.1) (4.4.2)
(©) Vi 0—-0; 3.04+0.091 THz

v, m3—m 4.02+0.078 THz v; 2m; 7.24+0.062 THz

o) 3.6210.031 THz o, 6.66+0.083 THz
o3 7.48+0.89 THz (4.3.4) ®w) 3.6THz
w> 6. 76THz w45 7.28THz
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4 . .1 (TH2) Vi O—-®1 V2 ®3—-01 V3 201
oump [2n] 0 0.8 3.6 5.3 6.1 6.9 75 8.1 8.3
nower mol.% mol.% mol.% mol.% mol.% mol.% mol.% mol.% mol.%
160mW Vi 3.08 3.15 3.11 3.18 2.93 3.05 3.06 2.85 3.01
V2 411 4.06 3.97 3.91 4.25
V3 7.24 7.21 7.33 7.21 7.23 7.23 7.21 7.34 7.26
120mwW V1 3.06 3.08 3.04 3.15 2.95 3.05 3.05 2.88 2.99
V2 4.03 4.03 4.03 4.01
V3 7.24 7.24 7.30 7.20 7.27 7.24 7.20 7.31 7.21
80mw Vi 3.05 3.08 3.05 3.15 2.98 3.04 3.05 2.89 2.99
V2 4.03 4.05 4.06 3.97
V3 7.23 7.20 7.30 7.23 7.26 7.23 7.17 7.31 7.23
40mwW V1 3.06 3.27 3.06 3.17 2.98 3.02 3.04 2.88 2.98
V2 3.93 4.00 4.00 4.00
V3 7.23 7.17 7.38 7.18 7.26 7.24 7.20 7.31 7.23
20mwW V1 3.08 3.14 3.06 3.17 3.01 2.99 3.08 2.86 2.92
V2 3.92 4.15 4.05 3.96
V3 7.23 6.99 7.35 7.23 7.23 7.23 7.17 7.27 7.20
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4. 4 (THZ2)

pump [2n] 0 0.8 3.6 5.3 6.1 6.9 75 8.1 8.3
nower mol.% mol.% mol.% mol.% mol.% mol.% mol.% mol.% mol.%
160mwW o1 3.62 3.61 3.67 3.61 3.61 3.61 3.61 3.67 3.63
02 6.70 6.76 6.77 6.79 6.55 6.66 6.67 6.52 6.63
03 7.73 7.73 7.59 7.58 7.88
120mwW o1 3.62 3.62 3.65 3.60 3.64 3.62 3.60 3.65 3.61
W2 6.69 6.70 6.69 6.75 6.58 6.67 6.65 6.53 6.60

3 7.65 7.68 7.67 7.66
80mw o1 3.61 3.60 3.65 3.61 3.63 3.61 3.59 3.66 3.61
02 6.66 6.68 6.70 6.77 6.61 6.65 6.63 6.54 6.61

03 7.65 7.70 7.69 7.63
40mwW o1 3.61 3.59 3.69 3.59 3.63 3.62 3.60 3.66 3.61
02 6.68 6.85 6.75 6.76 6.61 6.64 6.63 6.54 6.59

W3 7.54 7.69 7.63 3.62 7.66
20mwW ™1 3.61 3.50 3.67 3.61 3.61 3.61 3.59 3.63 3.60
2 6.69 6.63 6.74 6.78 6.62 6.61 6.66 6.49 6.52

03 7.53 7.82 7.66 3.59 7.60




(1)
(4.3.4)
(4.4.9)
Pump power=160mwW
1200 Probe power=100mw
@
‘o 1000 |
£
|_
o
f=
& 800
<
o
(@)
600 |
Zn concentration (mol.%)
4.4.9 Zn
= 3.0 THz O Vi
®r2—M ®; W E(TO]) E(TOQ)
vi 3.0 THz T, 0.9520.05 ps
Zn
4.0 THz ®; O Va
W3—0 ®; O3 E(TO1) E(TO3)
/n 0 mol% 8.3 mol% v, 4.0THz
T, 0.9 ps 0.6 ps
7.2 THz O] vi 20 ]
E(TO,) Zn 0 mol%
8.3 mol% v, 7.2THz T3 1.1 ps 0.7 ps
4.0 THz 4.0 THz
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2 E(TO)

E(TO)
/n
E(TO) E(TO))
152cm™  E(TO,) 236ecm™  E(TO;) 262cm™  Zn (4.4.11)
E(TO) Zn

152cm™ 236cm™

= 2 2 -1
62cm undoped

0.8mol.%j

3.6mol.%

5.3mol.%

6.2mol.%

Intensity (a.u)

6.9mol.%

7.5mol.%

8.1mol.%

100 200 300 _1400 500
Raman shift (cm”)

4.4.10 E(TO)
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E(TO) phonon

er E(TO,)
~ 16 E(TO)
§ u|
=
% 12 |
L
10 } E(TO,)
S|
6 P T T S
0 2 4 6 8 10
Zn Doping Concentration (mol.%)
4.4.11 E(TO) Zn
E(TO3) Zn Zn
0 mol% 8.3 mol% E(TO3) 12.6cm™ 10.2 cm™
Zn Zn*" Li" Nby;**
ZnLiz+ ZnLiz+
3 (Vi)
E(TO3)
E(TO3) Li E(TO3)
E(TO;) E(TO,) E(TO;)
E(TO)) E(TO,) Zn Zn
0 mol% 8.3 mol% E(TO)) 7.9 cm™ 16.1
em?’  E(TOy) 10.3 cm™ 174cm™  E(TO)) E(TO,)
E(TOs)
E(TO;) E(TOy) Li Nb
0 E(TO;) E(TO,)
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V. Caciuc Y. Repelin'*" E(TO;) E(TO,)
NbOg Nb-O  O-Nb-O
E(TO3) Li
3)
(a) 72THz v; 2m o)) 7.2 THz
E(TOy) NbOg Nb-O  O-Nb-O
Zn 7 THz E(TO,)
(4.4.9) E(TO,) Zn va 7.2
THz 1.1 ps 0.7 ps
(b) 40THz v, oo O O3
4.0 THz Nb O
4 THz 3 THz
4.0 THz 3 THz
(©) 3.0THz v o W o
3.0 THz E(TO;) E(TOp) E(TO,)
E(TO,) NbOg Nb-O  O-Nb-O
E(TOy) E(TOy)
3.0 THz Zn
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8.3 mol%

vi 3.04+£0.091 THz v, 4.02£0.078 THz v; 7.24+0.062

(1) Zn -

7/n 0 mol%
(2) Zn -
THz O 0 3

Vi @)1 V2 ®W3—®; V3 20)1

E(TO) ® 3.62+0.031 THz o,

o3 7.48+0.89 THz

3) Zn
THz ( an = v3- vy) 72THz (w3 =2v))

Zn 0 mol% 8.3 mol% 1.0£0.05 ps

3.0 THz Ts Zn

0.9510.05 ps

E(TO)
E(TO)) E(TO,)
E(TO») Li

(4) -

3.62THz 6.66THz 7.48THz
151.7cm™ 236.2 cm™ 262.3 cm™

(5) E(TO)
E(TO)
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6.66+0.083 THz

4.0

T
0.65+0.05 ps

E(TO)
/n
Nb O

E(TO)
E(TO)

E(TO)



E(TO1) E(TO)  E(TOs)

PATSS 2v3 E(TOz) E(TO3)
E(TO)
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