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Attosecond Pulse Train Generation by
Coherent Molecular Modulation
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We induce hydrogen molecules to undergo coherent vibrational motion with two driving lasers. This coherent
motion modulates the driving laser frequency and generates high-order Raman sidebands. The spectral spread of
these Raman sidebands reaches 70,000 cm . By synthesizing pulses using these sidebands we can get pulse trains
in the attosecond regime. Here we describe the synthesis of periodic waveforms consisting of a train of pulses that
are 0.83 cycles long and have an electric field pulse width of 0.44 fs using 7 Raman sidebands generated by
molecular modulation in H,.
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E(t)= E,(t) cos(w,t+¢), E (t):pulse envelope

1F AT e

“E®)

g5

5 4 2 o0 2 4 6
5/ (fs)
2EBRAMBTEE  TRARKEY > ¢ bR
Fok Lk ez M sAa e BME - % 0 4 0
o B IR ENRETET - F ¢ &
m2 b R ZRN AR EERE

R 138 I Ay o —fl B SR Re 1
5k 72 BT A8 8  BLFH (7 (carrier-envelope phase,
CEP) » A& 2 AR - FARFEMRE 1 UFAER DY
BSIREEN - ESIRIEN R CAENRE A+ st
U o DRI B 5 R 3 I feT E) R S5 A 67 (A i B
o @ ¢ SR EMR - EEMEE 0K
TN EAEREIEEES - RIHAEERLIK
I BEER 2k 2EHAREZEE -

— - BUIRENESE

TR R R R RO EARE A R (E A
o —(ERSERE A E > DInTRERER - 2
DESERFE \EE (octave) DL FRYSHEL o HIA1LL
800 ZKBEEYE > HIEFER D NERZE R 200 7%
kLI E (800/2° = 200 nm) © H—{E L - BHEFTE
BERAE 2 ML E s [E R -

/7 22 AR R B I i 7Y 0 5 2 DA s R G AR 2 2F
(high-harmonic generation, HHG) MR R
SEME 7 R R E DR R MR & & G HI 3 R AT
SEFY - Ry AT RET] 10 Wem® (B
RASGIREHE FrsaE > $REEAAR 1 LA
) DLERE - FEFHERE SR O mT DA R T

HMERME=T55—-14 978 73



rH e i BRI ARV > RIBL FTLAGA 3 R
TR FIAIEREE) - B IS (EE FRYEREEL
G2 r] LI — (6 = P R AR R A i © s > BB
ESH SR TN EMESSAER > HRFETE
FHE RS > A8 32 B (0) Fis - #EE
E B E T E N EHR % EESN
ST A A REET > a0 3(c) Fs » ik 0 BT
FAE 8 1 R = KR R 3(d) - B (R
B SRR E BRI BT AR EE) - Mk
BT RFREEERN K - BRI IEFRE FEEH
FARERETF AT - P4 S KGR FREE
AILGEE] 100 eV PAL > FHIAE Ses I H B AE = T E
eIl EF R R A2 AR R - BT CUER A RIFARRE -

F 38 2o B A i H R IR s B R » T
DA RERIKE RS > 1558 TR IhH ]
BREEREFEE# Max Planck FF92ke R EEE K
EEZHY Ferenc Krausz #i% - AW FCE 2R
Sy B — IR POIR TR Y > I L B R R IR
B TR IRID IR AEAS & SURSRR T H iR s Eh
REELVEI SRR TR NI E I A - F
R — AR FER - & T+
BISFEE R AL DU ERAER T E T
TEEE AR B A DA S e AR Bl A s SR EE T Ry
© o E At 2 SE I AE £ B 4R SR I - AL A E
o Bl TR EE TR HETERT
R FSEF 100 Bz RT -

{EJA BRI e R A T U AR IR PO Ik E
JE A RS TOESE > R DA KRS ST E A HYIR

(@) (b) () (d)

3. &% HHG #9 =B A - 5 —Ed (a) 3
(b) > AT TeysarBAE o F w0 2 ©)
R E TR B Aotk e @42 - RIBEBEEE (0)
5| (d) 0 &ETFHME TR E L HHG $98F2 -

74 BEHHE=TEE—H 978

FOIRME - GEEEISCREE 10°—107 K HA) > 1M
HATEARPEFREEH E T X SR EHEiE
W (30—100 eV) « {EE (BT HE R E IR
IR > FZRAE M B — i T EOR/ Nr FRIEIRBE SO E
FENERS - BRIFANTE  (HEEEEREH
HAEETEEBEREREYE - Ko+ REVIST
KA FEF RN AR & » R a8 T+
Bl EETEINVE TR AR S - B E
DUBARAE T RER P A AR VRFDIKE -

= SRS ENESES (HSRS) MR
IR EERIRE

PR ARG BT (S. E. Harris) 2S5 REHE
o USSR A2 AL 2808 (high stimulated Raman
scattering, HSRS) 2Kz £ THYSHRE - K0Tk
HBEERE(RN B T B E B HISER - FTLALIR &5
e 7 A RO RE VA AE A] OGBSI #E B A - A
W T o ) R ' SR B Bl 45 Y B B iR B
By IR BRI & Y R - fOEREE S
A R AERST T B SRR 1% - REE
S FHEBERFEE - GG ATE T R IR
F 7SR MBI AEEIR S © (5 LLRIFRERY 77+
ST & AR BRE) B RO » AR R
WL = S5 AR [RIFFRDEIR 1A e 2 DU AR R
TRED KR AR NIk E Y -

Y FL = 7 BUEE 5 (stimulated Raman
scattering, SRS) ;LA —IE SRE RN E H I 7+
AN SRS B RER S HARAIRRE T A HE
12 o [AIRF - RUB PRI VE AR (R - R SR E
o g & DU R ST T m Rl o TR RRIEI SR
G3Af o ARy S S S AL e BRSO T ST AN [E]
(IR R AR - T A & RS2 S B
TR EA R SRS - MERLE A FFE
H AR T m R B AR R E R S Y T — 2

=R Z R SR R E A SRR - A] LU —{Ea
4 R BRI - RAFEHE (71 Rt A mE
BHOE Ey ~ E.y o DA A NRE S SRR
Ui SEETS o FERIMEIEEZ S E) - $j0E
BRI TR0 » BN E TAYBIEERE |j) EARNES



0w

4. 3R 2B IR TREEA > |a) &
|bY RIRE RBE AT > |j) 2T T gt
Mo Ey R E, &g ES -

A+ FTIAFI— (B AR s SRR
Al

H ——h Qaa Qab 1
e, Q-0 W
/\EP
1 2
Qaa =52aq|Eq|
q
Q= %zbq|Eq|2 2
q

* 1 *
Qab = Qba = EquEqEq-#l
q

Q.. T Qy, B Stark shift > Q,, K Q,, F5EEHT Rabi
frequency » & A& 4 FR  BERIHT & 1Qu >>
1Q,, — Q, + & | 1 > IR (coherence) p,, HIE
lpwl BB AE 0.5 © MHE (AR T#
JREE SR (F Q, BHR) RYEK » DU IR =4t
ik (6 # 0) FREEARINER] « DLEr T Ffl » FriRiy
B RAE 10°—10" W/em’ » B HHG
FTREHIIE(E -

S FIRRERERF MRV L - m] DAES A B R

#25X (density-matrix equation) :

0Pus .
Pea l(Qabpba - Qbapab) +YuPes

ot
d .
% = _Z(Qabpba - Qbapab) —YbPub
ap 3)
a_;b = i(Quy — Qi +0+1Y1 )Py
+iQab (pbb - paa)
MRS ERE 2= -
oE, )
a 1 = _.]anN(aqpaaEq + bqpbqu
’ @)

+d, Py + d; PZb E..0)

HA AR IR AT RIS A MR B E0E - 2R FH
EEEE - E p, 5T 05 B HEENIER®RE
WLE AR R TE AR R o KT RE AE — i [5] 3 BE A
(coherence length) A 4= S AR & 55 AR R
5t HAERE T MR B AR B Y T — 2
DAFA Y & == R P8 B e A R 5 P
MR Er S S R BREEIR " " - FEFE SRS THIR
RS (ER - CRThtE S T —(EFEEEE 15
Bt T A IR A 2 s SRR IR Y HE A
70,000 cm > BEERIE TTRLIME— 7] ok — H 22
RIMNE » SEFHIREEEE R 0.5—9 eV © F R
RHEREEE A - B IR R RS
A]DARENR) 500 WAPHINRER B ERE - &T MK
DA A 7 FERIRL 25588 - Gkt 0.83 {lEE
SR EIIRE " > SNBSS 440
Br - MIRENR BRI EE R 14 R - E2H
R Ry 1EAE P ROEEN SR TN IR = 80 B iy 7 A i R R
HISEHRTE
EERACENIE 5 Fr - EHRHUE FEER R
U EE BT DAHAR E /N 1| MHz PR ME(E B¢
Ui 3 e DL R R B B L S R I e /T
B > Nd:YAG J{EEE § 09 (5% (532 nm) %
THHINKE BOSRAT » S EIIRE SR 3 =5~ #2
TR (T BEEHARRAVAREDEIR © E 5T RAVTE
HHEREH—G ST EET (HighFinesse * WS-
Ultimate-UV > #EfE(E ] 30 MHz) HIEMiE - 5

HMERME=T55—-14 978 75



for IR to UV)

* (filter)
)

A

602 nm

= Ll

ebaobde

Raman Sidebands
Generation

(achromatic lens f= 25 cm

(achromatic lens f= 8 cm
for IR to UV)

Phase
Modulator

Four Wave Mixing

5.FBKE

Bl BRI ERBERAS T 00) i SIREEE
HIRER (4155 em™) » TEIRE & RRHGEfEH » BH—
{47 2 SR ) R 2 B R T O B AR
1 » IHLPRI SR TR P St o (AR R B
1% = AIHEE SR A BUE R B B (integer) B
%> fo=mfy  fo FoBHE o m REER > RIYE—E R
R - S —(EDRER PR SRR T
ERERE B o HUEIEEER - BRI [ EL I
(B RIAEE (1 B 2% BRI E B - A 6(a)
FITs o (HANSESE AR A B E R R LR BILG

Z (a. u.)

i

16 -8 0 8 16
653 (fs)
B 6.(a) ik atat Bl 2oy kK o (b) Fkatafx
g Auay kW o

76 MEME=—T55—1 978

BIAN - fo, = mfy + f f# 0 B f, B9EERY > RIS —E#
R 1 I 1 37 L PN G R A IR ¥R U T o R g A
b > 20E 6(b) © Fy T [E] 1 88 16 (E B Eig (B A ¥t
8 > RMEEELEREFIERE SR 602
Z3K R 802 FK o

THE FE T AT R A SR SR SR
11.1 GW/em® & 10.1 GW/em® © E5 BT ERAIZ(H H
RS IHREERDT 1.5 GHz © [8 7 BERAEES
AL SR » B R AR B R F e 5
SCIRETER R L RSO RREmS -

I ~ A8 ERHI

FHAGE SRR 2 55 AR R - EMEZER
JEERTTA RS - R EEAIBRGR - BEFEMZ
R AL AH AL 85 » AT DAL EETTAR AR AT T

T oM I T RO SAER S 0 H 2 M
1203 nm %] 7 89 219 nm °




301 nm FASRIRE (a. u.)

TBEIABAL (7 5EE)

QB LI EMILER AW BAE - IR F F(a)
481 nm £ (d) 1203 nm ° ZEAFHE 69 B F 4% KA
894 BB AL R AR OYAL B ©

8 > inRE R AEIRE = R H R - 206 5 A
B —E R 7 OEAL b8 ST > A —
WARMRALR TR - AR A — SRR B
B o WA HALEH a2 A SN B U E 2L
WAL TR A T OB T T ERAY 5 2 (A 3R
el DL AL - FEFRHIERE T - FF B
RIESAGLREE - DUZEFFHEI G -

HARIDERFEREE — (iR E AT
AR - 58 R R 1) A R S 2 AR DY 5 TR AR
(four-wave mixing) FIFFFRTE T RUE - HATRI LIS
FNEAESA =R AR S AR AL HIRIE. » AICAFAEE  Fedf
ST R P E AL S5 AR SR > Jl n B
T n-2 REYFAEE > (B ] (E SR IR AL
BT — AR - ETTERI IR E Y - [# 8
R R BE AT 6 3E55 4 ~ FOBEIYIGREE RS 2InE 5
HERIAER - SEp EatEIFAAEEETE R - fERR
Perp R RO B & RSP R TR Ik E
Fl o Ry THEE > RFTETFEE DR EHEH
o

T IREFEREEAE

B IR E R A R R R R R > AT
YRR fERan A e Sy B B8 e L IR ey
IRFFEITRE 1 R ARG R I IRE A S A &

B

18R (a. u.)
ST

=

_8 0 8
R 0.04 T T
S (b)
5
i 0.02
i
ES
%
0.00 4
-16 -8 0 8 16

TEHIFRIEE (fs)

9. R EMMMIBMABBEER - () KT KRBy
T o (b) & EATRF M AASITRE P A A 0T -

HOWRREE > thit 23T (autocorrelation)
EE T H Bl E R IRE R E 75 HIER
T EVEE AR PP - RO — 5 e 5
FRATEY > RN EFDESREHES - Hb—E
HYEREAR AT CLFAEE R - DRSS R ESE R AE A
IRFfIZE PRAREAERITER » WIS AR E R R
M o SR — RS RS AESTNES EE 20,000 cm
DLERYBEE > At ABAMIr R HAC A AH T (cross
correlation) 953" K HI ERE RS - 58
BRI 2 A1 - AIFEME R 6 B 554N - —RHDERE
FHEE 12 3 EFTHETE (B 9(a) AL ERTHE
B H—HEH 45 638 SECATEATE (&
9(a) FEEHTEIE) « TR 4~ 5~ 6 fHELEAY
FEALE ) - BERRFFEEARMIRIRACR © 0= o1
FIFFECZFAHEIZRE 1~ 2 ~ 3 fHE R EREE 3
% o TRV RARYEIR - RAMTE B L E 9(b)
T © AR AHE B SR S S (B B A LL i » SR
DGR mit B LAIERE T -

10 ZHEAIBE A Jenoptik SLM-S 640
FRAZERHIERES 6 855 SEAH B MR ET AT S 2R 5 -
EOEREERGE  ALOEPEERER - 7]
DIEHRRE ZEFEEEEF - (BEEIPHIRE
BT B 8 R HGEIHRE o K T HhBSE=R 310
FRER EAE AT IR - BAFTRHE FH R RA B 2R 5
FAREEZE 589 oK I 780 ZKIINIE - TS EIRHS
RERIEE 11 0 o FRESECHISEEA 349 cm™

HMERME=T55—-14 978 77



0.5 : ‘ | |

= ; ; t ,
S 04 y ; 3 :
5 . i ?
&= U0 e & e
= {1 ¢ ? g P ¢ }
E 024 ¢ g $lig & :‘ o
é 1 ; ] ' {4 » q ‘ : ‘. "'
0118 PRl PRadl P27 Flstd |
R4 ¢ % \2
0.04— : . ; ;
-16 -8 0 8 16
TEHISRIEE (fs)

10.6 AR ZAMMIFHER - B &L EMAK
BWER B EHRTRER -

HlRRE S » FHERY 4155 em ' ¥ 1/12 » tE
THEEAE T —(E 96 RIVHTERA - 58 g 2 H
ARG AL BT - ERESE RS AR - FrRE
B AR E BT - R%AEY Jenoptik » SLM-S 640
MR 2 Z PR A S R REINZR 430 3K 1500
Zok o FTLURBEREA 6 B398 - M FIHG

AT FAHES (B 12) RER S EAERAIAERL - DL
SEF[EIMERIERA: - (F B SRR EARIES - AT
P S sEhE T HER 738 - SEEHIIE 25,000 cm ™ 0 [E]

1244
= s
TR I (s I .
% 081 \i M Ii i Pl !i E ol
3 J I K K ! | i 4l
%a&w T ELEY T ﬁ}h|Wﬁ
£ | : T i I‘i' ¥ ‘i fl b ; l\i s H A
E 04-: 11‘ I‘l‘ “l ' :‘- 'i ‘I 1!‘ J!: li !!1
i & < ko, {X 1S v & U
3 Ry ‘5 ,?f’ 11 ity 1% 5 t .vi “ep
0.2 T,“ ‘i %} € R+ % v \ b ‘;, ¢ ¥ q
0.0~ T v T x T v T v T
-40 -20 0 20 40
T BSRIIEE (fs)

1. Bl 6 ey ZaH » 2 23EH 349
cm | WEFH o EFRTBF S T —18 96 fs 4
FEH

78 MEHHE=TEE—H 978

12. B HehAataAH %

13 /2 7 B S G BT 5 E /Y 22 A A R RO I P 4
F o & 14 HIZMHEEIRE TS o Bk E
BRFEEE R 1.4 R > MESWEEAES
440 IB=FD -

PG A B E 68 38 W B BE Bl EE 5. [E A
I > MERTE S — =PI E AT A R P AR
Ha] DS EEoR B AR [E E HIFS R - (HREE—
% TR T Ik 18 . FAT B 3 O B0 R 67 B AR Bt A 2 [ E 1Y
T e AE 14 51 (a) ~ () ~ (o) ~ (d) BRSPS THE
AR A EN FRESER - & EMENE
FHEHE SR BN 5T i IRV 2R > EETME
R IEAESS IR A1) -

- 21

S

<

i b b ¢ ]

@ { i i | ' ; i

e el ftr fs ol e sl O

e AR g A

~ { (68 % Bl I ¢ Pl B Kagh Bk

i RIA Ve ¢s) {J WY ke

0 T ) ) v ) L)

24 16 -8 0 8 16 24
T ISR (fs)

13.7 B EZARHIFTHER - BT HMEAK

BOBER  LEEHBATRER -



g (a. u.)
| J
oo

b o

S

1

)

\S)

oo
>

i

-1

B 14.
7 R R IRET T 0 (a) > (b)

B5R3 (fs)

I\~ RIRFER LSS

FIFH SR TR B A AHEE - & RRay
E S E A RSITIRID IR IR R R T~ A
SR AR > BITA] {58 R T iR R AR ) T P
NSRRI, - H ] T R AL TR ) 2 S R T LA
FHE— (B > RUEAERE T8I - 18K
Hir B T aml T2E - BT R T ZAES)
ISR o Fr DU LE TR
B~ o TSR E T AGER) - (LN E T E T
& BB B R DL BN ERE T Ea e E T
5t 0 BRI MO NRE AT DUREE B TR EERS - 158 5 4
SREETE > 7] DU P (M52 2 e B (52 [ 7E HO Ak
iy - EFE— D E R (E R SR L
FMEE(E > FERERRH A AERRATI > 2053 ~ SR
B~ A - IRERYRIE e 22 WIMEE
> SRR ES SIS ] — Ak - BERFTE
AL AR RS B R ok E R Y7 TR T8
7] > SE A DU AR KRBT RSO IT TS
HRSCHE [N - ELeRE [HEAL | AR - B
BURMAE TR AHE RA#REEH > (] RE
TR - REBHRGET 2 R TIE S ERAUEERT |

(c)~(d) T AEE&MEA R CEP &
TRk BT

FHAE - shebsf AR BRI R R
AR R EEHEROTR S AT Sl
SO b 2 A E AR AART RF R
B o

%
o
"

ZENR

1. P.M. Paul, E. S. Toma, P. Breger, G. Mullot, F. Augé, Ph. Balcou,
H. G. Muller, and P. Agostini, Science, 292, 1689 (2001).

2. M. Hentschel, R. Kienberger, Ch. Spielmann, G. A. Reider, N.
Milosevic, T. Brabec, P. Corkum, U. Heinzmann, M. Drescher,
and F. Krausz, Nature, 414, 509 (2001).

3. P.B. Corkum, Phys. Rev. Lett., 71, 1994 (1993).

4. P.B. Corkum and F. Krausz, Nat. Phys., 3,381 (2007).

5. E. Goulielmakis, M. Uiberacker, R. Kienberger, A. Baltuska, V.
Yakovlev, A. Scrinzi, Th. Westerwalbesloh, U. Kleineberg, U.
Heinzmann, M. Drescher, and F. Krausz, Science, 305, 1267
(2004).

6. A. Baltuska, Th. Udem, M. Uiberacker, M. Hentschel, E.
Goulielmakis, Ch. Gohle, R. Holzwarth, V. S. Yakovlev, A.
Scrinzi, T. W. Hénsch, and F. Krausz, Nature, 421, 611 (2003).

7. A. L. Cavalieri, N. Miiller, Th. Uphues, V. S. Yakovlev, A.
Baltuska, B. Horvath, B. Schmidt, L. Bliimel, R. Holzwarth, S.
Hendel, M. Drescher, U. Kleineberg, P. M. Echenique, R.
Kienberger, F. Krausz, and U. Heinzmann, Nature, 449, 1029
(2007).

HMERME=T55—-14 978 79



8. S.E. Harris and A. V. Sokolov, Phys. Rev. A, 55,R4019 (1997).
9. F. L. Kien, J. Q. Liang, M. Katsuragawa, K. Ohtsuki, K.
Hakuta, and A. V. Sokolov, Phys. Rev. A, 60, 1562 (1999).

10. C.-K. Ni and A. H. Kung, Rev. Sci. Instrum., 71, 3309 (2000).

11. C.-K. Ni and A. H. Kung, Appl. Opt., 37,530 (1998).

12. S. W. Huang, W.-J. Chen, and A. H. Kung, Phys. Rev. A, 74,
063825 (2006).

13. W.-J. Chen, Z.-M. Hsieh, S. W. Huang, H.-Y. Su, C.-J. Lai, T.-
T. Tang, C.-H. Lin, C.-K. Lee, R.-P. Pan, C.-L. Pan, and A. H.
Kung, Phys. Rev. Lett., 100, 163906 (2008).

14. M. Y. Shverdin, D. R. Walker, D. D. Yavuz, G. Y. Yin, and S.
E. Harris, Phys. Rev. Lett., 94, 033904 (2005).

cREREEAE L RAREYERL - FEFRFE
RETHESTHEF LR ERALE -
LEEREAZEEAGREEREL > FEF LA
RERTR>FHEFEFAAAR -

" FREFLEABAIRABAREALHE L > HERL T
REXETRRBEHE -
cERELRAERZEAMBEN SN IASEWERL > BRI
B RARERERTAE -

cHWHE LT A EEARBERL S NI REWERL > BE
B RAREETWEARBAE -

80 HEHHE=TEE—H 978

* Wei-Jan Chen received his Ph.D. in physics from National
Central University. He is currently a postdoctoral research
fellow in the Institute of Atomic and Molecular Sciences,
Academia Sinica.

* A. H. Kung received his Ph.D. in electrical engineering
from Stanford University, USA. He is currently a research
fellow in the Institute of Atomic and Molecular Sciences,

Academia Sinica.

Chao-Kuei Lee received his Ph.D. in photonics from

National Chiao Tung University. He is currently an

assistant professor in the Department of Photonics at

National Sun Yat-sen University.

¢ Ci-Ling Pan received his Ph.D. in physics from Colorado
State University, USA. He is currently a professor in the
Department of Photonics at National Chiao Tung
University.

* Ru-Pin Chao received her Ph.D. in physics from Colorado

State University, USA. She is currently a professor in the

Department of Electrophysics at National Chiao Tung

University.



