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I, BLEBIEN 5- 2 b & & 2 ORI &
I3 HLE module &, CIARESC CC &N 52
LTz & X ZF ORI Sy % IR T ELE module %
AT 5. MFMTAIN =T ATHNEFE L
MaAV B EATHNER L WET O LERH D (X
2). CI X CC OEFEIFE LT v 7T AL
fit> CTHRICFEETE, FRITPLERI S D ES)
FRRROFEEL 0D, Fexldf A bigfez e
R L7=W\ DT, Gauss BB 7 & RITEAL L7z
JEIZ K 2RIV, PuEBIds 3225 7Y
v R CHEBHN L L T\ 523, 28], BT
5 CHBRIR R IR L & miREE L — Y —h DK
IRIEE 7B 2 N — T & 5 KO FHREIE O
WSZH LI RFRE TH 5.

JA- & B L — Y — & OF AR
fb L7z 22— R[23]ClE, CI =& [XQ)FE7-i1E
CC FE[(55), (56))DIRFFIZHEEIR AE Y W
A XDRHEOFEZ RO L. REEHITIE,
BL DY —7 AT —3 3 T TD-OMP2
I%N,~1000, TD-OCCD |ZN,~100, TD-OCCDT
1IN, ~20 £ TOHEEFITTEH. FHEIFH
IEHLEBIE A B35 7Y v BN IZ
FL, BST2 1L —F—EBHOMELRH R,
(B8 < AEKAFT D (Ng o ([1gA2). BARRIIZ, Sn &
T Ar & HE 2 7L, Ny=13 {[HOfh7E
FEn, =18 HOT 7T 4 7THIE THE S5
TD-CASSCF &t & Ti%, &I, =2x 10"
W/em?, F.0EFEA, = 800 nm @ foot-to-foot 8

BREIZERT7ILIUX L
v BRIRunge-Kuttajk
v" Operator splitting;% [23]
v’ Exponential integrator [40]

" /dl[l/dt € NQ 4674t

E:Emodule » pr [ BCEEmodule
v B 23] — hahas > CASSCE [6]
v BREERZ 28] | Ph Al | v ORMAS[9]
v BR#REEAE [40] X;’ v OCC [11]

2: TD-MCSCF/TD-OCC @715 LFEHEOHK
9, EREN O HEIMN I G 2 7= SCEkE
ZRREITZ.
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A TNV R E G LIEGAICIUOR LT
HHG A7 MVESDIZITEEZ Y v Rk
450, Bk AN BAEUE B D e K A4 EE) & 47, %
fElE 80,000 KEEAE 1R MET, 71 v 7 JH
1% 2.4 GHz @ Intel Xeon40 7' 12w ¥ % FHu»
A ZOHRIZE I 1SR EZE LTz,

ST 53 70 L— W — R SRR &
LR WS EMBRIE 7 v R[28]50 Hh B AR %
Aniza—RTiELh REh A FESCE
WEHAKRFE 2 BT 503, 7 7 =2 (FEFET 1s #lL
BEEREART v VIl LT 36 EFR) X
BEOHFBEDODHFDLEFZA T I 7 ZF
BENEREIC /2D oo b D

510 BEEER7IILIV XL

FZe M CHER L S o iE R gk & CL ARk E
721% CC Rk E2F L HTHARY Flu=
@, OT &L, zoEEh Rz

u

5 =W (67)

0.015

| N=5000 I HN
0.010 - N=40000 ! |
0.005 |- h
I

0.000

-0.005 -

dipole acceleration (a.u)

-0.010 - (@

o' L ‘ ‘ '

0.015 -N=3000 —
0.010 FN=5000 ——
0.005

0.000
-0.005
-0.010 | (b)

dipole acceleration (a.u)

Il Il Il Il Il
0.0 0.5 1.0 15 2.0 2.5 3.0
time (optical cycle)

3: & 800 nm, FHEE 8 x10' W/cm?, foot-to-
foot3 A7 N L —H — VLA HRIFS 7 Ne Jit
F-ORNEF IR 1s PuEZ LT EL, i
¥ 8 F % 13 #uE THIBIS 72 TD-CASSCF (2
FOFFERER. (a) IRD Operator splitting 2,
(b) P9¥k® Exponential Runge-Kutta 5% FV /o
Balzong, L—F—E 1 AHEORER A
TYTH N BEZHRERBEROLE.
Exponential Runge-Kutta % (Z > T Operator
splitting {£JVE RLRFHAT v 71T OWTIPRL
TS NELILTWDIEN DD,
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LELZLICT A, I 2 CHIEOESNTEER]
H(32)F L CI (3 1) F 721F CC £2%42(60),
OGHDEB HFRRXNALNOD. t; & tiy, =
t;+ 6tEFNEIIEE Li+ 135 B ORFREIS T
A, Stz AmE & L, K(67)% XE [t tivq]
THEOT 5 ERXEH5.
tit1
w(t) =u(e) + [ fu@)de  (69)

t
EXFBTF(u®) = f(ule)) &EET 2 LB
i Euler £ DRI R AKAF D,
u(tir) = u(ty) + 6tf (u(t)) (69)
Z X EIR D5 Runge-Kutta VAR ) 1 ZJRR
TX 5. B0 Runge-Kutta 15133225 )3 il L CHF
AT > ZHOFHE 2 2 RN S WO N ET
208, EWERMEE GR2N 7 ) R) SOk
FE D8 D5 RS (B 2 (THERE) TOFHET
VIR (2 S 2RI 2 SR S L BT e o T L
9.
ZZTRONERD L HITEEHZD.

Ju
T Lu+ W(u) (70)

I CHUE T/ & 2 RS g A B
DIFENEG IMIGETH O, 05 I
AR I A MIEODELRIERIFE TS 5.
R(70) T KK EFEMHTH D,
i —tLy\ _ ,—tL
5% (e7™u) = e "W(uw) (71)
ERXEXE [, t ] TS T 2 EIREKE 15D
u(tiy,) = e?u(t)
tiv1
+f e~ Oy (u(r)) dt
ti
ERXA LW (u() = W(u(t)) &Emld 2 &
Exponential Euler i DR} R AN MG b,
u(tiy1) = u(t;) + 6ty (L)f(u(ti)) (73)

eStL -1

b, (L) = i

Z U AR @ Exponential Runge-Kutta {51245 5
\ZYL3E T X %. Exponential Runge-Kutta 15 13B5
i Runge-Kutta /£ & TR A 7 » 7O
Ba 2 MERE VD, w22 RGO 5N
D & % ERE R TDOFHA T % reasonable 72 IR %

(72)

(74)
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R CLEICHRERI R R CE 5 AN RE TR
Thsd. M3 ITEmMmEL—F—RIH T O Ne i
FONHEEISEOFEMBRE T, L<HWDL
U5 IR Operator splitting 15 & b L C,
Exponential Runge-Kutta /513 £ ¥ K & 72 RFH ]
HCEENDOIEMRFEN AR TH D Z &N
RTensd. K70)NTBIT HHIEE & IR E
DENIEE LN, FAEORER I, #uEREk
DRFHFBIIRD — BT AINV =T &
JEHE L (L =—ih), YV 2 TEIEHRIEELE T
LZONRKRBNFEHTHD.

5.2 RUUEREH
AFALEEI I 2 b—3 3 T, 3HE
I (box) D¥IZEE L7 #LE O H 2[5 <
72D OWIE RSN AR THD. 2D
2, BHDVRERDAMIT 1 5 0 IS
LB AR AT v THICHIEICR L 5~ A
7 BEBESe, BERWINART v WIENR KK H
WHNBHD, Tz 1T X0 MR EE R S
ThHINIEFZ A r— 1 7 (ECS) IED%E
T RO HO TR L72[29]. fEE.O7-
OIRJERE B 2 % &, %% ECS Tl

r—> R(r)

_ { T . (r <Ry) (75)
Ry+ (r—Ryem (r=Ry)

DI IR —V TR, DIMA TENER
1 % 8 P 72 38 T AT RERE L, BB O
HE TG EZR(THIC L > TEHRT D, &
biZ, AT —1 Uik A HERE £ TR L,
[Ro, ) THa 4k BAEL AT IR 9~ 5 Bt i fif 22 Lk
J& & F 5 BRI ECS (irECS) 12X 0, &
Bz ezsEfae N N—795vIalb—v 3
UNHEREE 2D,

oz D irECS OFEIETIE, A A ik L biT
RADFIE box WHIKSELASNEITAE & 41145 5 723,

(Spo0)? = f dx 93 (g, () % 65 (76)

|r|<Ry

R(TSHDW AR A L7-#0E O 22 M E 2
D FIZOW T OBBSEAMED, REEE O
FEDOFEPFANTIHRIESND.
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c R; R

S 60® o0

5 sx10% |

5 4x10”° | sk

S ax105 | IrECS =+seeees |
E 2510 - large box |
> 5

s 1x107™ | 1
B 0 ¥ i 14 LTI i L

o 0 20 40 60 80 100 120 140

Radial coordinate (a.u)

X 4: 5 800 nm, FREE 8 x10'* W/em? @ foot-
to-foot 5 YA 7L —H— UL ARt D He i
T OENPEE BT (5 i MCTDHF) . 1%
Ry=64MOL~VATERGFHEH WG E
(mask), RICA—U 7% R, = 64 @ irECS
BER R W54 GrECS) , B8 L OS2
I CEHRER box #2154 (large box) D
fEROEE. IER—V 7 GEIE Tl irECS &
large box DFEFRNLL—EL TWA. Rign (S Rp)
IR L TERSIN TOAA A AL O ERF].

f dx g () (x) = 67 (77)

FIEAT—V 7K (Ir] < Ry) TiERE
(BZER TR 2B OFE R & MBI ZEE ©
—F T DSRINZOWTUUR L72) JEhE% %,
BIZE/NERR,THROLND. BEBIE LTHE
SR L — W —RATE % O He 128 58
P OB AT B A X 4 1R, irECS &+
27 BIEEDORE R 2 e+ % &, irECS 283F A
r— 1 ¥ JHE T large box DOfER%E L B <
HERHTETWAZ N5,

53 BREFEARY FILDOEHE

T—L 7z A MNOEH L EXELHEEGRE
AWz b, BBz OB FFHE @) =
Ypq Pl (Wq|2|1p) D —BERR S T o D N D1
FHIE (@) = d2(2)/dt* IR THZbND.

@=>" oo (G2} s
pq

R T = A MY L — I — R T O 51
(2O T(a)Y D EER] Fourier 22 #7225 HHG A%
7 MVEHRETES. FEMOIZE»L L
HHG A7 MLEHFLNDA, =5 TR
2V (8 T B - D [ AT A IR A 1 S
T—1L > 7=z A MDOEHIZE > TIINRRTE
LT8R =0V, JozIcE &z b, 5.2 i
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. . — —
E=1 —— Mn HHG - active 3p (b) — ( )
102 (a) Ne 5 Mn HHG - frozen 3p jrm— C
2 g —— Mn excitation spectrum _—
5 o 5 Mn . —_—
5 10 el Mn sgs
g 2 A Mn? 4L~ Initial 4s
2 102 2 }Wh’“
w [l
i e ] ESE PPy
£ TDHF ---
10 TD-CASSCF (1,0,8) & 4 4
o [ TD-CASSCF(10.13) — = L ) L Ay, 2 2 3p
10 0 50 100 150 0 40 80 120
harmonic order photon energy (eV)

5:(a) & 800 nm, FEEE 10" W/em?, foot-to-foot 2 VA7 /L L —H— LA 2RSS HU7Z Ne i1
SO EIRF TR AT V. IR AT 5 BB %A% (TDDFT) , TDHF, 3510 TD-CASSCF O &k 5
DL#E. TD-CASSCF Tl 1s WuEZHifsa 7 L, i1 8 BT DFtiklc 8 #E[(1,0,8)L 7~V E-
X 13 BIE[(1,0,13)E T )& Uz, (b) TD-ORMAS EI2E 55 770 nm, 58 3x10'* W/em?, foot-
mﬁm4#%7»v~$—ﬂwxmﬁﬁéntMnﬁ%@gﬁéw%%ﬁx&ywu1%27&%@%
D 12 BTEHET ELTR, 9IS YT 7% —3p, 3d, 4s D 13 BAET 7T 47 IHE LIS

(active 3p £7V) &, 3p WUBE £ CTHAEZ T LLAIF YT 24 —3d, 4s D TETHT I T471Z 1“%1/71

%éﬁmmn@&yAw0®ﬁ%®uﬁﬁ@nmf%wt7ﬁ%xﬁ%é@ﬁtl X RSH T2 R E

MDD —EF I L U

DOWLILEE AT & - TIEMEZ HHG A2 b
JVOFEINAREIC /2 .

%] 512 Ne J]ii-f-& Mn J5i-+® HHG A~X7 kK
NOFHEF 2R, Ne OB CTIEAMEF#LED
SELET VT 47 L L, 77T 4 7EESN,
ng =8, ng =13 EXFEN L —FHT
L2 EDLEERBREONREZMHERT 52 &0
T& 5. Mn O, WY 7 27 % —3p DL
HBREBET 7T 47 LU A LHiEaT E LT
A OFEFEROLEND, 3p-3d BRI
FEZFRIX—50 eV (T SR R KEY
eH ol E RHUZ[30]. ZHHDEINRT LD
(2, SRR DD F R A U (UER R O i Y) 7 SR
IRV, FEBROGEMELMEICLLEY, £
BRCIIGEH VBRI E A0 T2 2 &0
TX5.

54 41X @D

TD-MCSCF <° TD-OCC % i\ N TH5 541 5 i
R AT D 25 86 - I B B S & B4 RAT 9 2 D1
2L DEGAERS TIE R, BT 5ETLID
WA T D ERBLNEL 2D, Bz 1E—
B B oA BRI
p1(xy,t) = Nfdxz---|LP(x1,x2,---,t)|2

(79)
=N [ dy,l¥0n, 0P
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B HEETEEEICANL.

THZLND., 7212 U, X0, Xy} 2 E LD
Ty b EX, dy; = dxjdxiyq, - dxy & LTz, —#%
\ZpEFEENMEKITRATEZ BN D.
pp(xl"' 'xp't)

N!
= s [ vpavoior G0

L—P =GP DJRA DA F AR EE
b3 2121%, A A AR oy (I] = Ripn TiT
IR B T & R 22688 #8 AL, &K
KN TkEFA A ALHEREZEFRT D LR T
bH5.

P, = f dxl'"dxkf dyeer PG> (81)
> <

ZIZT> (<) B LIRS TRy & A
A AR @%wh1>&m<mmh1<&m>
WZHIBRT %, K@) A EHEFHHE TE 501304
B RICIR %hé 73, AR

Ldym_ (fdx —f dx> (82)

LT HEHAEZHAWD &,

i=k+1

-k

Pe(O) = Zk, ) it ®

Tm(t) = f dx; - dxp, pm(xlt  Xmo t) (84)
>
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155, ZOZEFEEICLSRERATIE, K
@)D EEHEFTHYID = & TR ZRFHEAEN
ARETH D, HlzIE, H(83), (84) TLE HE
EEEFR NI L, P,LIRE, P LI, PLIRE
NG TE LA OP EFNENP,, P, P
ET5k

P{ = pg; (S5)p: (85)

1
B T SRR UICR
R B = CRTICR IR IND

PRFHID. T2 TS 3A A AL EEDS
7| = Rigy T & 272 ERVATHITEA, HIAKIE
AR LD IREH AL L,

5 =08-

ITI<Rion

dx pq()pp(x)  (88)

7| < Rion PELED B35 (S 5155 2 &
T&5. MA4DXE IRy SR EL, 528D
WIS RS 235 2 &L THRD box
A X TH@)ZHEE L <P T& 5.
ENTE T OEF DA A AT 2D 0 FERSS
VIal—TarE{THOETOLNRLRNDT,
—H DT85 (87) % FFAM L TR % Bl 5 &
b 5. S22 ORI EH R FEICER K
FLRVWDT, MEELaX MORWNTE (28
ZITHWNZ U » RCTDHF) T7F®BAA L ML
TRRITHEEE & a X N O@EWTE (72 & 2 13-
W2 U v FTTD-CASSCF) TatHET5Z &N
T& 5. BApIE LT, mimEL— —MEh
D Ar JRFIZF1T 5 —HEEHER L O HE B
RORFEIZL O %X 6 1277, H(85)~(87)
Z U5 0R U CIRFZ2 BB B DU T OISR % fife
RTEXTEDY, ZHZX->THIO T, EHHES
R GHE TR X 2R OME) OWE 72
S ATHE & 72 D [11].

55 XEFART kL

Al Ciam L7 —%E
L, EXAELEELE
p1(xq; x1,t) (89)

6 By A PR 2 R
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05F  TDRHF —— |
TD-OCCD ——
0.4 |- TD-0CCDT i
TD-CASSCF =,
>
£ osf
©
e
° o2t
01}
0.0 & . . _
004F  TDHF —— '
TD-OCCD ——
TD-OGCDT
0.03 TD-CASSCF = .
>
%
S o002}
o
a
001 | i
(b) Ar*t
0.00 . . . -
10 15 20 25 3.0

time (optical cycle)

X 6: JF 800 nm, FREE 6 x10' W/em? @ foot-
to-foot 3 VA7 —H— L ZBEHER] D Ar
JR 226 D — H AR R (a) 6 KON H B e
# (b). TD-OCCD, TD-OCCDT, I X ' TD-
CASSCF TiZ Ne a7 &WfE=a7 L, MIE 7L
WO 8 EF% 13 DT 7T 47 #IENTHES
H7-. TDHF (2857 EAAL D, K (86) (B
OP,Dxbi$ 520 2 W CEHE L.

=N f dy,9 (1, v, O (o v, )

INFEZEFRR D —EFMREETITH D,
aE AW COLEFEEITIZRAD K 5128
ALLD.
pre(X;x") = Bion(1)Bion(r)p (x5 x") (90)
ZZT7T
0 r| < Rion

%en® =1 (1= R
II~E A N TH 2. EBEZEH OEH %
155 I3 EATH % Fourier #3425 .

pee(k; k', t)

- f dx f dx’ (M) pes (%', D ()

Z 2T MIFSG T o i (Volkov %) T,

(G2

92)

Rion Rion Rion
. Long photoelectron
= Pulse time
< — —
= I W A/\/\MU\/\,
~

T r r

[X] 7: tSURFF £,
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3
() = (2m) FetkT+o® (93)

i t
s =3[ drleraor o

INEHNT, BEFZFLF =T fL
(PES) Z# KRB EMNTES.

pos(E) = f A k2ops(c kD) (95)

::ﬂnmwﬁﬂ% ti3on & O AEAER D 5E
TLTHORBLEBORATHD.
HMM&T%TD&E@#%%%tﬁ
~7 kv (PES) ZHiHF 5729 ﬁ@m®%
KR AT H 2 BB 2R R wﬁ?ék

ppe(K; k', t) = ap(k, t)phaz (K, t)  (96)

a, () = f A [ Bion Py (6 D) (97)

55, (O DINEFIRIE 2 Bk 5121%
A A ALK A > 7278 %&%%Jﬂ%@ﬂ
TR TX2ER2FHBEFERSLE L 72
5 (7). T’erxlZIhERET A0, &

X DML TE surface flux 7% (tSURFF) % BAFE
tSURFF Tl

L7=[31].
-V

> |T| = Rionfﬁij‘é—é

cross section (arb. unit)

o (a) Experiment

935 10.0 10.5 11.0 1.5 12.0 125 13.0
photon energy (eV)
T

0.008 g—

0.007 37fs —

0.006

75fs — 112fs — -
0.005
0.004

0.003

002 F(b) Calculated

0.001 L L L L L L L L
9.5 10 105 1 115 12 125 13

photon energy (eV)

X 8: JtF T RILX—22eV DOJLFH LA
Faiiz Be JRFOXE - WrmfE. (a)KERGS R
[32]&(b)TD-CASSCF {EIC L AFHRAE RO ik,
13 eV T EOIREME SIS 2pnl A BERRREZ N
LA AR O THICH K TS, »OLAK T
%®ﬁﬁﬁﬁ@7&7ﬂ%%i@lnﬁﬂk%

W E T DT i X B Bh B RO T & ik
L, AXIMVIERITERERE B~ LTV
5.

cross section (arb. units)
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.0 Ip + Al

l&){k = 2 Xk (98)
;0 Ip + Al
P I L
W COEEFREOES) F A EH L,
liap(k £) = Zaq(k, A
q (100)
+AJ?
+<Xk| [gionr%] gDp)
IR EBEMICHERES TS, 22T =

(@q|(R+W)|gp) —iXi TH D . K (100)5 —H
17| < Rion PTEMDO AN HFHAETE, ~EvH
A FEEOWy (pL DT 13707 B
tﬁ%,ﬁmm%#ﬂiﬁﬁﬁm Rion TD
DR ETD. B4 DX IRy < Ry &
1A52m®&Wﬁﬁ*#%ﬁ%#é_kfﬁ
FRD box ¥ A TPES ZfFE L FHHETZ 5.
HARGEI & LT Be Ji1-7 B OYEEE W O 5
Bk R L SRS RO A X 8 1R T,

6. TEHERE

AT, EBEL—Y—HoLEFFA
FITAFHREIZOWT, FHREFIEOHEGRIYE &
BEBILI=%, 7 0s T LSOV TEER
B %A 2 PR IS SRR LT, BT B> TR
DTFIFT-NAEETEOREN, BHEFHRELG O
B E A BB A TETCWIULENTHD.
FLZEIXZZ TR LR R FELAMTE, FEHE
ARAFE L 72 W BE 2 WD 37— O AR 2SR 235
7-9 gauge-invariant TDCIS [33, 34], TD-OCCD
W2 X3 25U Bl TH DH TD-OCEPAO[35], TD-
OCCDT [Zk} 32Ul T D TD-OCCDT(4)[36],
ZAKIE BRI A N S B BT A A
PEFERFNI RS TD-2RDM[37, 38)72 8 % B
LT,
K%Ti*&%8ﬁ¥®mE¢%zgﬁﬂw
FU IR E LTS, Bl 20X, J6F BP0
DIZHD @Hﬁtmﬁﬁﬁ& > TTIERBEAR
FHAEAERN EEEZHT, BRIUG I E2 1
T2 ERALN KA LT D[39]. VT HESCHKE T
ZIOHOGE IR B A AEH 72 E OFf
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KEFRNF DB IAF DL E LN —AHHD[40],
% 75 - R R A7 I B B B A CHE X R 2 e %
HIAD DA DR N ML ETH D, —F, T
BOT7 VIR T-ERY R OBEERIZHONT
D HEREPRZR AL S OBHV[17, 41, 42], iR
L—W =0 EOMABERICBWTE 72T
TR TS &7 RN, FEWE ) 14
AT IV AFE DR BERHFIANTND, FXy
BHORERL=y N THLT I/ RO RHAL D 5y 1
\ZDWTIEWTEN 74 AT IV AFE N EELT
X, BEEO T MOHIEEZ U S E
B, LVOEBOEBLUIREIERTEHEE bR
5.
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