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We have developed single-shot time-frequency imaging spectroscopy with an echelon
mirror, for visualizing ultrafast wavepacket propagations in time-frequency space. Using this new spectros
copy combined with pulse-shaping techniques, the phonon-polariton progagations of ferroelectric materials
and graphene were successfully detected. In graphene, we found that the coherent nano-scale optical-phonon

wavepacket can be excited by an impulsive excitation of inter-Dirac-cone scattering at graphene edges. On
the other hand, in ferroelectric LiNbO3, we could coherently control the backward- and forward-propagatin
g phonon-polaritons by double pump excitations.



# XL C—19, F—19, z—19 (@)

1. WFIERME S DO 5=

T & ) PR DERRALTE DEET A FERFH
THHUET D Z L1, WEONLT - B8
TES - B EEEXA T I AERLMNTT
HLETHROTERETHD, ZNET, MIT ®
Nelson ZfRZEIZ LY, s@FEAPICAER LT
T4 /AT U NUDEMELEL T EE
TR Z HILTWD (Bl 21X, Nature Materials
1, 95 2002), —J7. BRIRWARY L& FED
ZENE N IS VAV SR - Y-S AN s
J UNRRFICHEINTWA DT, 74/
LR & LTIRD BT 265/ 5.
ZOT7F ) CEEROEEERLNITH7D
WX, - T, ZEMM sz b3 57
IR <L W (B 3o % JE 0
ERE D 2 OTIRFZER] TSR O fE %
AL T 2 A AR R TH D, Ll
M B,. ZOX DML I E THET
H5,

HEEE O NV—T1E, 374 —4—0
FEH I AT v TG RO =1 v
ZERLL, SR CHE— DR R, AR v
NESE, IR, vy gy MR AT
REZRIRERE] « B 2 IRotA A —V U 7o
MEMEL D, £ LT, I<ixiI, 7=
AMNBRYSLZABEDOY Y7L g v b
FROG (Frequency-Resolved Optical Gating) FI
BN L= (Upn. J. Appl. Phys. 50, 102701
2011; Opt. Lett. 37, 1118 2012; L —H —#F4E
40, 598 2012), AHFERBETIL, Z DA A —
VT hy S EA I B TR T B i & kA A A T T
L2k, MrEERNCE Ao A4 A —
VTN ERRET S, £ LTI SRR
JZOSREMERE L, 7o VRO E
BSAGTE D FEMEM A A =D VEHE ZF D&
FHIAE AT 5,

2. Mo HMN

R CRI RO Em W=y TV X AT
FY RANA M THEMTLL, Bk B,
BRI E 2 ROl = s a VR T
— 2 {ET 5, ThrBIERMRAER T &
L CTHW, ZEMA AR g 2 fe A de 2 &
W2k, HARME—ONE (ET) HIE R
TINOARy MEN, IRk, 7y
gy MaH AT 7 = & NP REE S
TN ay NEKREA A= Ty EE
T 5, IR L R & il B AR
i (LINDO;) « 7T 7 = ICHBE L, 7 %
JUEREAR L, FOBIEORRT & L
A A= 73T 5, X7V ARR
W Uit v 22 & iR ElR
FOEITROEIRT 7+ R T7 U hv
WHROEIHERL ST 7 = fDF ) A r—)v
Tx ) UWEROGBEOa e — L MilfEE

KBS D

3. WMo Hik

TR UF = —Dkx RBE BHiRE
BORMMT s xa v 2 /ERL L, Z2fIf7FE
EHEE (bDWT~A vy TR &
D7V AKIAERR) EHAIATE TV
= v NEERE] -« SR 2 IROCERER]A A —
VTR AT D, mIEE L AT K
D RFEEM (LINbOy) FIZEE— R7 4/
YIRT U N EAR L, NAREE SR
7o LTeEIT R OGRS D74 R T Y b
VR DIRTE ORFE -+ JEIEERR M 2 FEE ]
HMT B, Fro. X TN AW
IOV AN KO HEIT R ORIRT D 7 ) R
U NEROEFHBZIT 5, mER R
FRIEES A2 25 2 & 2&BEICE X, 10fs
EHABE LA L —Y— 2R X
R za DR E A A=V 7o
EOWRERGTT 5, 77 7 = > @ Dirac #
IO R B EM LD E—Kat—
VU N7 ) UBERERMEL, T A —
N7 ) WROBREDERH A A —
7L B2 R D,

4. WFRERRSE:

777 2 EEMBEICBWTEIIEND
BREWZ + /> DE— FiL, Ripex v I
X D HMERGEL A FE D 2 HIE T < iRk &
DK (T4 77 m) O E R L
THELAHRZERDIL>TWSE, Fx BHNWT
W5 75 fs OBV A L—PF— TR AL
7 NEEFFOTZS, 7T 7 = ITBW TR,
T AT w7 RO Ry R K L7 R
72 DWW FF ORI D D E— R 7 +
S EA VAR L, T7 4+ 2
W] ZAERTAZ LIRS (X1 B8R, 7
— ) B A BWEERE S . 2T
~6nm DT Al — b T+ ) RIS
T5, Thbb, ZOF ) Ar—)L e THx )
VIEHITLO 7o /b LI TEGE T
T 72 REEBETDHIIENTEIN
Do
FZCARMIFE TR, 75 fs OBE LA L
— =R\ EESRR T T a—T )
Heik & AT L. £ O IR (650~1000 nm)
ERIRATAZLICXY, IR — s T
UKD EAF I AEHLENITH D
xR K218 FICfERL=2F5 7 =
> (GOS ; Si on Graphene) ¥ LN Ar A 4>
A LIARRm KM E SEER L= F 7
74 b (G-Ar) ZBT2&EEK=2e—1L b
T ) ABERE D 7 u — T B KA A
R, IR DOYH T AICBNT S, mNIEE)
W23 % GE— K (~47 THz) K OVKEE -



Ty UHELEE D D E— K (~40 THz) 738l
HE B, GOS ¥ o 7 /TGRS TREEA 73
SERITHY, oy UNFETH L
78 TEM BlIZRIC LD bhroTWnb, ko T,
B =N/ D E— KX, GOS ¥ 7Tk
Flox v DIC X DHGILIZ, G-Ar V> 7L TlE
FHE KM & D EELCEINT 5 Z &b
Lo fMINOHBEL, DE— RFOE— 7 (0E L
Tu—7WRIIEEFEL, B —F—oH
K THDH~800 nm 75T TR NAEL D
ZEMbS, FE H2@ICHD LI

G Et— FlZxd 5 D E— FOj@EL (D/G)
IR RICRUEF L, RERICRD &L
HIT~8 FITHHI L THIMNT S, D E— FiX
2 BT v U BERICK O RAET S LM
LNTRY, Z07=H, i %@77/ﬁﬁim
W7~ UREL WIE T, GE— Rk S
DE— FOT < MR DO =R L X — 43 f
T R —
Thebb, RERICRDICHN 4 FTE DR
ERRKREL 2D, =, ae—Lr T
SIITEBNTIE, B mkE s e — 7
W CL—Y—%EHT 570, ~8 FiZlk
FlT2b0EEbND,

Scattering

Phonon

Pulse
Excitation

(b)
Graphene
Edge

i=06ps

K1 F /A=A NFTx 7 OBER : (a)
lmm:~yﬁﬂmx6%&ﬁ®D%~P7ﬁ/
U OMEERR (b) 2 B T ~ HGELIERR I
DEHE LT/ Ar—)L D T— kt%7¢//
Wk, = VTR LT ) A= T 5/
VEEHIE, DT 0.6 ps THIET Y Tinb T AL
—7T 5,

X2 (d D F—FROE—IHAEOT T
— 7T RKFEE T, oL 5T
~800 nm JTfH TV — 7 (\[[&IZ 0.5~1 THz &
Eo RO RAECTWS, DE— RIIF «
Z v 7 BT O S E L C 2 ELE T <
VIBRRICEVELD, A= R T2
TLEFE, 7o F A =7 A - T U HELERE
TET 4T v 7 RORRD WM EED 129

WX LTA4ROIBHHENET D,

P2 0

FOT<URABRBIIRR D ENMLNT
W2, Ib—L v b I UHELIT. FET <
VBRI L DALY RET LD
(FE) Ab—7 2 I iLBRE G
H) TUoFAM—27 R« T~ oBiLEBREmE
FRFICHREHL WD Z &IChR D, —FH., £
DOWZEDOBEIT, V—F—Dh LR L
Afﬁk#éowzm\mzw)mﬁbti
AU ARIOT e —T e EIREL, FD
¢uﬂ&ﬁ Zxf L CREJER - ARE D 2 2D
Tu—TNEEZL, KLY, KEAK (BiK
R) TFa—T7F25L A0 A@oNEL
Y. —F, mEK (EEE) TYmr—7F
HETUVTFAN—T AN ELRD L
Nohnd, Thbb, AN—TARSET v
FA N —7 AT OFEIENHLEE (~800
nm) TECTENTHZHO,. DE—FDOE—2
&%Kﬁwﬁéué%@k%bhéo

T
(2) GOS  probe o 1@ %
. ~ ' (nm) 959 g N O(QO
12} J
T oA s |9 2
; .‘ 900 01
s A gso|  H1[(@ GOSsgioes
2 B 40 —\A\Aﬁ B ge
2 ’ 800| — 39 Lo
3 ¥ sk jump
g Sple Anti-Stokes
[ 1 5 37 5
= e [0 395 ATCG o
=]
o | ]ump oco-o0
(b) G-Ar probe =z 39.0 ‘ Stokes
. (nm) 38.5 —A ok
0 nti-Stokes |
N 90| 380 l—r—t
=
o ' 900 1000
8 | Wavelength (nm)
-~ 1
3 e 850| (e) Probe laser spectrum
=} = 1
= -
% [} 800 Probe- : robe
@ — |
S ISR
' /Stokes
K 700 /iy “Anti-Stokes»

35 40 45 50 55
Frequency (THz)

Frequency

K2 (a) Z777=r (GOS) KWt (b) Ar+¥H
ABRT T 77 A4 NMZBTDLEEEae—1L > b7
+ /v OB REFE. () GE— P’ﬂ¢7D
F— FIRE OB HREERFE, BEECWTLE
&E@x%fk%<&7om)D%~%®t~7
PN L —HF =R (~800 nm) ZHICY
Y 7T 5. (e) MHFEREICX T 5 Stokes,
anti-Stokes 18 5 D % 5-,

—J7. DE— RIERER & & 6122 O JE K
NEEEMcy 7 b (EFx—7) 952 ¢
WEBRIICHL NS TS (K3 (d) &
HR), ZOF v —7BITR T HOEEITIT
X9, Fry—7DOFAIEGE—RKEFTH
b5, LTER-T, Bl DE—FDF ¥
—ReEE, a2 BESY T h= 0 TR
ATiERv, £2ZC, DE— ROTF ¥ — 7k
T A2, T/ AFr—)v s 7%
S UEHRDOARY MVEFHE L, K 1R



L7k, D == K734/ oL, 2
FEAE T < I LY,

kphonon = kg = Ejgger 110, (1)

EETDH, TIT, kg, v XK EICETD
WL 79720 DF 4T v IEFDOT =
NIHETHD, BEBRIEALEZL—Y—D
AR MV ESBICE T 5T 0T v/
FTOHGLBREEZBETHE, DE—RKate—
LY b T ) DAY IV S phonon) 1
X 3 (a) OFFAROERD L 5 ICHELE < FExt
PRI/ D, ZOEILSHS (BEx RlEo 7 +
JUBhBIZEA) F I AE—AD (Y%7
J PR EROBEEEHSTED, ALY
M DIERFEN ETF v —7 (BERUKIEDJE
B 7 b)) OFRER->TND,

1 Screening

- [C s (b) 4. Function
@S2 N[ 1400 '
£ c A\ 3
T D 2 AN N g '
- = 2 | H
383940 41| 21300 / omn
Frequency (THz 3_1200 B | Anomaly
= 0ps M=—=K—1I
=1
ST 0.3 ps
8
kS ) ]
g “'/ 0.6 ps S
il S
E. A
2 ) 0.9 ps
=} M 40.4 @
\ T (d) +

>
396 4 S Gos
392 Lf AG
0.2 04 06 0.8
Time (ps)

% .
— o
w
e, ) -
Frequency ( )
H
o
S)
H I
+

0 2 4 6 8 10
Position (nm)

X3 DE—FEFETF /D Ialb—a
v, (a) 15 fs L—YP—IC XV HEEN7/= D T—
RHFT o+ 7 W ROERE. AR O FERR LT
(Chem. Phys. Lett. 427, 117,2006) XV #E Eh
DE—RK74 /7 ViE, (b) /7722 KA
TOT 4/ Ui, KEMPMRENTZT7 + )~
O FEE AR LTV 5D, (o) BlllEn=GR X
D E—R74/ VOEREELHEIZLVE
Rl —Lr MED, () () OBHRLEL=
E—L Y MEBIAEBAEK T -V AR L b O
MR . EBRCTEHIENT D E—FN7 4+
DOF v —7TEE (A OBRINIES BV 21
<HHRT 5,

IOl  DE—FRat—L L RTZHF /D
RpZefl 7' 1 7 7 A4V S@t,x) 1X, b &4z
Bx 2 lEloar—Ly F 74 vE—R
OERPEDEE LT,

St x)=/[ dwphonons(wphonon) X
e ik phonon (@ phonon ) ¥=® phonon 1) 2)
EETD, BESh Tz T v
(3 L 2R EN TR Y . £ OFIH
NMAIFEIC 0 TH D EREL, 74/ ok

E LTI 3 (b) OKRBEBD X 5 72 T-K F 1)
WIS TeE D EE LT, DE— K7+
J VDWRIRWARY FUIEIZ LY, R EH
72-DE—FR7 4/ OEMIE, K3 (a) TR
TEIZ, ~6nmm BBEDF ) A — LR &
LT/ 972 RAEZGHETLIZLETE
;T D Enbhodz, T, K SiLfFEO D
EFE—RKT7F /T 4T v 7 E LR
HAERT B2, K L5 ORI 3 # % Sk
L.LO 74/ & LTIIEEDORKEE 5
nm/ps D X TIEFET D,

—F, EBRTEHEN SN HRET, R
VIINE T =TI Lo TIIE S K
R DOFAB (S i (6 X) X S e (2,)) 1T LA
THERETHE, DE—Fake—L v ME
ORI FEMEZX 3 (¢) @ Cale.k 9 IZE
FTE, 22 DOREMIFR2 0.3 ps & FHET
x5, ZOERVEMRMIZ, DE—Fae—
VY N7 % ) DMEIRW AR VIR O
BIZHHE LT D, BICHFBEEZ DI -7 —
Vo BWaEITH> 2 L2k, iE&nh/i-=t
—L v bk D E®—R7%/ VEEEORRK
TEVE 2 B S RFAM L7255 3 3 (d) D
MTHY, EREREFBE<HIHLTONDZ L
Nhind,

PlbEnz &b, BE VAL —F =i
X, o7z roRH EOT Y - REEIC
2T 4T v s s a—rEELEHRZL, S
A= DDE— K7 % ) VKR EAR T
HZENbhol-, ¥/, DE—RNiZ7 =L
REMEFEOBFRELRIBEES LTS
D, DE— N7 4 /) U ERITRZERIMICE
REEZERHT L L b bhot,

—J5. WFEARLINDOICE W T, FiET
~ BEEIC XV R U2 T - IR T 4
JURT Y MR E ST AR &
D EHIET D Z Sk Uiz, F s
Ex 5 Z &k v mERICIERfMEL 5
WL, HREREZN LEZBEFHBEREND Z
EERM L,

5. TR ILE
(WFZERFRAE . WFFEr A S ONEEERFE (1
=)

UdEssams) GE 1 1)

1) I. Katayama, K. Sato, S. Koga, J. Takeda, S.
Hishita, H. Fukidome, M. Suemitsu and M.
Kitajima, "Coherent Nanoscale
Optical-Phonon Wavepacket in Graphene
Layers", Phys. Rev. B, 88, 245406: pp. 1-5
(2013). (EFHEA V) (AF=3.767)

(FR¥E] Gt 4 1)
1) MR B A ES M RIS ATILAR S,
HKH E, (R = &2 iz

FEIR LINDO, 7 4/ VET U kv DR



BEIR WRITT ~ 4y E L], 29pPSA-T1,

H AL 225 69 [RIFE RS R R2,
2014 4E3 H 29 H) .

2) fH JE.M R T ILAR S BRER) .
[ ERICB T2 74 /) VRT Y b
WHRICE DO FERFH A A—P T L ak—
L2 ML, 21aV-1, 5 34 [A] L— 3 —¢
2 (BN EBR RS, 2014 42 1 H 21 A).
3) J. Takeda, I. Katayama, K. Shudo and M.
Kitajima ($31F3%/&), "Coherent Phonon and
Surface-Enhanced Raman Scattering
Dynamics in Solids", [8th International
Conference on Dynamical Processes in
Excited States of Solids, 1I-1 (August 4-9,
2013, Fuzhou, China).

4) 1. Katayama, K. Shudo, J. Takeda, and M.
Kitajima ( #8 ¥ 5 /& ), "Nanoscale and
Femtosecond Phonon Dynamics Observed
with Surface Enhanced Raman Scattering",

Ultrafast Surface Dynamics 2013, (May

28-31 2013, Colorado).
(#E) G 0 )

(PESEIA PEHE)
OmEiRee G 0 1)

LAY N,
W
HERF
FE¥HE :
&
HFEFEA R -
ENS DR

OBfsikEL G 0 1)

LAY N,
FEE
MR -
FE¥HE :
&
BUSEH A -
E N DRI

(& Dfth)
N 4
1) http://www .ultrafast.ynu.ac.jp/

2) http://www laser-nanoscience.ynu.ac.jp/ja/

6. WFCHERR

(1) WFgefides

M 7% (TAKEDA JUN)
REIE[E N K%« TR F2ERe - 2%
MIEEF S 60202165

(2) B 9e oy a3
ESsEE (WATANABE HIDEYUKI)

PER BT B AT FEAT - B BT S

RS =|
WroeE %5 1 50392684



