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2N 4135 Bk F IR Uk (two-photon absorption, 2PA) 1 = Y F M 4i ( three-photon ab-
sorption, 3PA). XL FIR K B/l — MR F 84 FER — A1 8 P Be R A R AR R Bt T
M. BT IETF RIS BOERERTE X R, RUGT R REF =4 25 H R E B L, B AL FILEE
PR BB =ERBY TOLTF LR RS SOEFORRIEY S4B F#D e ¥R
SO A FEREYEETR DS EEAT AR AR R BRSO FREM B E R, HRBE
BARR A, 3 BBGE T IR = F A RERLR B FME. A FRIEENRFERRREAETEE
BERERAT. BT =R FIRICAT LA A K E R B 2 ORI TR 1B TR BB & S, 58
ATHHMNERENE. B4 BT TR S AR =W BRIE L, AR 55 2 8 #
PERE, AT IR B B W ERST HLEE. G, FFRR T R FEAR B BB T EAMMZXE.

1964 45, AT —RME R T R F R R ™ . WIREIIF 86, BA = FRUCE I i R A BT
R AR CEEND B (B SRR RS A%, K= FRIGE I KA 107~
107 em® « S*YEEA. [BHF =6 FRUEGT R F R IR B0, B —A EL B LA ) i 2 56 3
£, AR TENRE—ERY. AFEHILE, B TR EE RN RS R () Bot+8 49 & B
R B, AENTFRIESFRAEARRE TR ENT BRI PEE IR, AR 24 F IR AR KN 1R
T IRRE.
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REAKNIOEFREBE LSS IRGEREN BEICLFREBEN I TEHEREA:
(D) FENEFFRE. A FARIE R ERE, SO FREERER K ; (2) £F D-A-D.A-D-A 4
BRI TAE RMTOE TR R, T H . 448 728 (D) FR B F 52 (A ERTBER, AR POLT
TR K (D F I ERE. SRR, SUL TR TE K (4) R AR X -7 1)
SO TR A . B2, K0 FIOEFRKE R X R R F AR F o B, B
BB RE. fln, M EGR SO r KRR E (LR ERE KB HEBRERD,
BRE YA B F AR T ZARMER T, O R R MaE S AR B FEA, B D

A DEWMAS T CEREEY KEHEBHNEE $%. 550 AR AR EN = 9% A1)k
gElo) AR MERRU T SRR THBIM AR T AX MBI R, BREREN, M ma
F ARG HEBRAERRERSOLFRIERE N3 —ME RO .

BETUESOEFREMRITTR, AMMTEZR EERT —EEFHHBEN =07 REH
BT BAE 1995 4R, He U BAE R T EMAA0F P M =06 FIRIBCR . 2003 4, P EIRIABR (L
RN EFTE S E—HEBTREZBEMERN S FHRER T h = FREGHE LR IEXR
Bi.HR, X EYPHFES ZESPERS FRENBRRIBE =2, AT B R R EE
FF£. 2004 4E,Drobizhev & APU S EHERIEREIZE T L 4,4’-bis(diphenylamino) stibene (BD-
PAS) HEERRIVERIE YR =6 FIRIGER, KALE 10% ~ 107 cm® « STEEN. MITIAA A Z-
FRBR TG 46E W B =6 F RGBT A 1 K - 33 B 22 SR U8 T 78 = % F R i) TRl I T BE AR BE A 8K

RSB Bl AbTE /N XA B T #T Y fluorophore 28464 Y L IR LLAMEIE IR A =X TR
WA EIE ) 1. 8X10™ em® « s*. Hernandez 2 AP 5: T EA D--D. DA A-m A MRS EFE
W= F R, B RE A-r A IEEFRIERER K. TAK A-rA tk DD EHEE XK
MNESBMAS R ERE, BT A-rA B2 FREGEE AR T DD &R 5454035 F DD #
DA, DD R X BRI B R B A BN TREE b FRIGRE. Ma S AP EERNW TEH
RN = 6T IR AOBE TR L R R NS B i fT R B 7S BRI BRAR B , (R e 385 i S 2 A9 1 BE
¥ AR REE R TRE =t FRIREE.

FEIRIE T » 5 POETF RO H , AT =X F IR B STARSRAR 21195, Luol™ 48 A Ab ini-
tio FEETE T DTT A7 =L FRIKERE LB T R RIBUR A . Cronstrand 2 AU T
ST AR 3R, RAITVNEF CCSD-EOM J#:454 ZINDO 86 B3, +H8 T nh k-
BAKRRNEFREEE. RATEIAE 780 nm 48— EHEH KRB, trb SR E S F R =T
BB E KRN BERR. ZRSERP: D FUBSBEENM B Z /AR E T IREBHEHS. X
BHEBMHEBYEASY FAEREAIOLT SBEA TE, HRELFIES, B 5SPOEFHESH
FERK KB MRERE, 5 RN, ZAS WO F RIS S BB R BN =6 F R LFE
&, BB HER Y.

B FENE, RIVEME B LB B AR LR/ A A RS P =L FRIEERE K/, B A
N R SERG /N BT R R B O R L. B, A ps B SOBR IR IR M =6 FIRIKETEE I fs Fkop#ot
B—TEER HIMFE AR EAFRIGEE RREA—BOLE K TSR, Hit, ABieHE
L BATT LA A RS Y =6 F R m# T — & A L.

1L itEAZE

L1 HESFEEEXF SRS E
L1.1 #5558k APA)

HAAEEIE AT AL BT (Zeth) REE o1 () 5—HrAERER AR a(-ws) Ty HETHRE
b, TR T RFR
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F68 KAZF ARG REHFRITHHTH S LT RMME 3

. 4r (hw) r
o’1(w)=—7—r‘—2 | (g | pi | m> IZW M

He,p REBBES, T RECUREET, E,.RENES |0 BIEES |m) WEERTHE ho AL
THRER.
1.1.2 skRFRIE(2PA)
SOEF R 02 (0) 5 ZHrIERHERALE 7(-ws0 0 -0) B ¢ B (my®) BRIE L. HE 0L
TR R EARR T Stensor F 11 SOS(sum-of-state) 77 g7,
B BN —T Stensor Fik: YZAMIEIRB M BmE,, Imy® 5 2PA BRIEFEMTT S-H
K EBIOBFIRS | P IEE 2PA BREER LRI B R

_ (gl | mXm |y | P
Se-r = Pi E (Egnheril") ‘ @

Heon BAFRKFTHBBEBZTHID, & %/f I/ ¥ ( 8.854X10 F/m, EBFH D, i,j 1
ENFHM z,y, 2 I, P RERER. m HHANSEHEES). 0 (o) TR

_ 4#(027(2 4 i P
or(w) = =L ; | Si., |2 Ty T T 3
STEE AT R D 3 FARIRE, SOE FRIERE T 5 K
4’ 4 r
UZ(w)I = 15 ZNZL E | ES S]] +ZES S | (E 2#{0)2 +112 (4)
Xt F B R iR ﬂ%%l&&éﬁ@?%ﬁ%
2.2714
o2 (@) = ‘;“S’T“LE | —Es,;s,-; +3Es,--s;-* ? - T — (5

THEANE—T hgiEy ﬁ&géﬁl@%@tﬂ l"‘iﬂE% HRARKBENTLERMEODAR. E
RiE R R T 1% %A FHAE Born-Oppeheimer 0T , 8 SN B 35 15 F T 7 A2 (1 3 & 25 A 38 09 SR A
ﬁtﬂ‘]iﬁ“:f'* 2 7S TR R AL .

Yire Cwg s swp sws) = P(iyjoksls-wsswrswz sws);

1
65%°
[EZE (gl lmYm |y | | | PPl 8

gy iyt (g4 ) (g2 w3 ) (wpgws)

EE(gl,u,-lm)(ml/x,|g>(g|m|n><n|,u|g>] 6)

eyl (Wngw,) (wrgw3) Cwrg + w2)

PGirjoksLi-wgsan swn v ) TR (@, D) (w150 Caon o) (o » DRI T RERIBCHR s 00, = 00 Feon ReAR
AL R 3R s w1 sw2 s w3 » TEEOE AR R GIBOEF R 1 =-0 Flw:=ws=w); is j» &y | BT
FIREFR x5 35 75 my ny p REBES g REEE 0 RIBIERAN) (= z, 3, DR gl Im)
B HRLESTFM g BE m SHRTERIE: (m g | FREE j BFAHEREEFET (nly
1) gl | &) O s FH 8, /& Kronecker & BR¥{.

ST R 0, () FT R A
00(w) = L by (0000, @
HTHHE BN 0. () 5L LLEE, v 977 8 HEE LA
() = 1—15;(75,.,. Y F Vi) vir § = 20 e 2. ®

1.1.3 =AFH&GPA)
:ﬁ%&%ﬁﬁ@ O3 (w) lﬁfﬁ:ﬁ/\fﬂz% I’“‘f*&it& e(-w FWIwsWs Wy ‘w)EE x<5) B@E%ﬁﬁzﬂf Hﬁ ’ *E}E Kram-
er-Boyd AP FISCERED 05 (w) BN

47{' (hw) itk . P
0'3(60) - hS S 3 LGE'H—JP {(ng_sm)?_}_rv?}' (9)
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Hec RESTHMEE, »n MERMOFHE (EETHD,L ERBAEFERZETET D. T2
BRI ) WEREER T

i —p S $g | m¥m | g | nXnlpn | f
T&y=Pu ) (Egiharil) (Eg-2horil) 10

STEURFATFHEN 3 FRIRRN, = FRIEEER B R ‘
nwt = LS PSR T FIN T T H - [y ) D
W?ﬁﬁ%,_%?”&q&@ﬁTﬁﬂ"ﬁ
ww = P S SN T T SN TR T H (g W
1.2 CCSD-EOM A 5%

R T IR R, BRI F R SRR AR, BB B R NBESH TR
EHEE. ERFILEP HESFRESEEANER T ERASHEEH (CD. SCl(single config-
uration interaction) Fik RE B TR B FHE , EAETHE kbR s BRI ZaEAM. mETE=
ML v o, U FEE MTTEGER E/EAM. B L, ZE CLEMT, RN Sa FHR TR
BitE R, {n SDCI M) (single and double configuration interaction)  MRD-CI (1] (muti-reference
double configuration interaction) & , [HEEHFEX/PMA—F B G, Full CI, BRI EHRHEMRE,
HitBEBSE R R/DRIEBOE LR, Cizek $#84 75 15 CCM(coupled-cluster method) ') F | & F
fh2dr, T LATE Bt S Bk i R B B FAE R30S Bartlett E AT R T CCM F AR THFEFHNA,
HATT 48N post-Hartree-Fock 3ig i T4 FHE M E R 2 —. Nakatsuji MR EH T H iR
fefy CCM KA EER B B, Bf SAC-CIL, Hi 2 47 Gaussian03 F13R f. Bartlett!"17£ CCM iy
H Al FE7 T H CC-EOM(coupled-cluster equation of motion approach) 75 ¥, Jorgensen8) 45 A #2
T7E CCM £t b Ayme B eR LI IE. X PR B Bk 5 Nakatsuji BRI M EZLEM, 5 HER T
Z#F ACE 11 M Dalton 15 . IpERISEHG CCEOM 53 2 BMBEHERLS S, T UABE K40 Fik
R EBRHIELERMNBEAMURRRBERS, THEBIEEAFT AT TH. K/D—BH3HEmE
R, A L AE SR R 300 MNMEE RS TS Z B MR T SR E KIS R0, X B R AN B 5
BB SHE L R AL B RS B S R Bk

5%?9‘]”“%%%%1«1 U\E?'ﬂﬁﬁ?ﬁ_ﬁj'ugﬁi

mn

H= Zh p+a+ Z<pq Il rs)p+q+s. (13)
BEBENESBRIUTH Ansatz
’ | CCY = exp(T) | HF). (14)
| HF) #tJj2 Hartree-Fock Z&475I,18 8 (0). T BEF-Z\HEE, XERAFZEBRAKE SNEA
T=T1+T2—Zza+z+2ta+zb+] ‘ 15)

>
a>b

t RFEROBEIRIE. BERENISEOE N GFIUE T KD —B . MBS Ansatz HIBEE =B B BT 6E
B A RBRHTE:
H| ¢y =EFEc | ¢;
Hexp(T) | 0) = Eccexp(T) | 0. ' (16)
(O] HHBERRER
Ecc =<0 | Hexp(T) | 0Y = Exr + D) (ij || ab) (22 + 22-12). an

—>j
a>b

SrHILACO]i* a and (01" bi*a R (16) BRI FARM T MAELERR TR
(¢* a(H-Ecc)(1+T+T*/2+T°/6)) = 0, (18)
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# 69 SAZF . ABOBEHFTEAEIFHSIATRKAT 5

(Gt bt a(H-Ecc) A+ T+ T¢/2+T2/6+T1/24)) = 0. (19)
JRIF(18) F(19) , 1B B AR H(E AT DL LU T B 91 bR A
T —o, 0 = S llab) (20)
! v & teieaes

XAV BPZE  MP2 (55, (A MO BRSLIEA AT AR BLEEAS B B B 7E B IR IR B B ML
FERBMES BT MR Hilbert ZRIKE TR MASKOAEHGA T

| ex) = D R,exp(T) | p. @n
|0 =p HFY R4 Hartree Fock L MBRAZ. MKESWIETHHBRN
Hlex) =E | ex); HY R,exp(T) | v} = E> R exp(T) | v). (22)
Ho ERBEERER, AR exp(-T) MER u| . BRUTHREFE
> H,R,=ER,. (23)

Hh Hausdorff #{IZEBE ARG HIR R
H= exp(-T)Hexp(T)

= H+[H,T]+%[[H,T:|T]+%[[[[H,T],T],T],T]. @
A EASERING
E= ECC _'h AEex-
518,
M (v | H| wREccv | R,} = R,AE;
D R.(v | [H,u] | 0 =R,AE. (25)

XREARCEWMEREEIHE, SHEEENES T
503 - F ime R AT LA R 4 F i R AR AR AR SR R
O=-e Eri + EZA;;\- (26)
F—TRHFHASYIR, RENFHEBFHEBEMN . FOREME, REH %R, TURRFL
E_RBFUERS . ATLUENR
O= >0xp+a. @n

He O, =gy (DO, (1)d1 ;%i@,?ﬁliﬁfﬁ;}.
ERSHEESHHBENERT , BRE R B HAAE A
O= exp(-T)Oexp(D

= 0+[0, 71+ 1[0, T, T],
BT O R FEA, LR LIBKE .

2 PR S =S F IR R

Andersont ™I LI /NARIE & BT —MMKATEY  EIMMF R AE S ZREFEE LRI
35, BOnRob-BAT A ) CRIRR O AtPtA) A2 55 A 1. S IER MR R ] AtPtA I TRARR
ML FIRBCRE . RATEFRETOEFREER K RN, R E BB R KK =6 F R E
RS EF RN T R A T B R FRRTR.
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Porphyrin~-C,H,N Anthracene

Porphyrin~anthracene + C;H,N

B 1 AMM-RET A LT

2.1 HEAE :

£ Gaussian03U"2 R FF4u. 9,35 BSLYP/3-21G 5 4 F R S W BT 40, 7545 JLfAl 4
R ERE E, RA1E/H B 2 &£ B# CCSD-EOM FiE4& INDO S25Lms &S, B TR R4 F
G T SOETF R =R FIRIBOEIE. 2 BRI B T HS M E SR B TR, B8 K/h—
B IMERER, MABASERR 34 MELEE. Y 2% A %2 F] CCSD-EOM/INDO 758 i2h
MITHR T R B PPV S S E R MAS MR, itTE P B 14 M E SIEBE M 14 M S HEHR
EAEREAE R RBAKXAD, RIPTEEA TR HS FRHZETREEE.
2. 2 HELERRITE
2.2.1 S-FHESILITHA

Bt ) EAR4F LA R AL 1. AtPtA 43 F B x $ 10 IR E 4 TR R 1 , B A EER
BIArsREF (JLE 1 HPAARETR) . #E Gaussian03 #2791 ,32 f BALYP Fik#0 3-21G #£4 ( C,N,Si TE)
1 LANL2DZ Z:2H( Zn JTE) X Mok A 4 F 0 JUE 0 BLEST T R4k AtPtA BSCIETB K SR
RIU) R IR SRR A AR 40. 9% B 1 AT LA, TR A E A F AL AT B K 5216
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# 6% REEF - ABLGREHFRAFS THEATRUAR » 7

X8 H AtPtA W KIEEY & X RUHERR T t THI BN T R BUE LK A B B R TS
ERFRMEE 57 DFT 7R RERE TS B =06 F R E A R R 15 6.

2.2.2 chok-BALS W B KR E L ME S G i B,

B 2 RN LA I8 20y I BT AL
R L Y U I B ) Q A IR
KCBR8Y BRI I BER A0 2. 0 70 3. 2 V. »
(T T M 48 B T 3. 5 Gt T ook B A9
5.5 oV CEERBTFESTH » 7 HHBHRLO. 5
S A H R (3 AR AR B BT 1. 8,2, 6,4, 7
V), BRI MERE R SRy s, e e
B 3 34 INDO i+ B B2 K AtPtA, porphyrin F1 anthra- s B/eV
cene MRELLT B MIAREL T EEAF T L, T N .
Lo TR T I L. SOML AR o B A BRI
SRS, RATR I QA5 B A XL T MUK & M0 Q A5 B4, B LBRATIA A AL &
IR PET T £ TIMRILA S0 SPE T 5550, S AbMkAL A 400 Q A 078 BE A Hr, ANWH-RLAL
S48 Q TR BB EIRE. 15 COSD HEh, Q #FA B A4 BIREEL SR S, MURZS K BYBRE5 91
M HOMO, 3 LUMO 1 HOMO 5] LUMO,, ™3 (W3 1>, 2o T8 ¢ B 7 nh ok 3R Py , g >
AR TR RO TR, ST So— Sy Som> S BRIEBEEED® QLA 4 S, 4 T WM B
th a 71 b B AED K 10 15 8 3 BB EY K 30 - doe A1 { BEEESRED K 40 £,

A
1.075 LUMO.,,
MO —— 128 Luno, —— g
LUMO: 0.582 LUMO,, 0.627
g pp—
LUMO., ~0.563 LUMO., 0.600 -0.249 LUMO
LUMO -0.851 LUMO 0.886
>
4
pE]
s’;s
HOMO ~6.003 HOMO -6.000
HOMO -6.051 HgoMmo ~6.272
HOMO ., cmeeeem -7.054 B
HOMO ~7.209 7.127 HOMO
HOMO -8.578 HOMO , -8.679
HOMO, -8.736 homo,, -8.750 _____-8.878 HOMO,
AtPtA porphyrin anthracene

B 3 AtPtA,porphyrin 1 anthracene FREZ B H
B 5 RIEHXFREBEKTARERIGERE (<2. 0 eV) NS RIIMK- B & B SOEFRYOETE. HK

WL F 1. 65 eV, X R Se B AR B (~ 2X1.65= 3.3 eV). XL K FERT R M HOMO, 3l LUMOx,
FIM HOMO., ] LUMO., (BRIEJLEAMRTE AN, WA 3 f1E 1. B F FEAE TH 0NN, &
—Ha L TES T L.

7E 1. 65 eV &b, Ibsk-EAL ST zxxx FEHIBOEFRYERE N 1. 6X10Y em® » s. R T BAERT
AL B DL IR MR T B A S EF AR HE SOS AR (AR (), RITIHAEB AR EREL
(1.65 eV), HOOEFRUARE N 1. 7X10Y em' « s. EMERD FEEHNWERERETE Imy
(-wsw>ws ) B SOS FiXR PHAIE 24 T, RITHITE AR T3 IOEFRYC T ERE KK 4 TIEHRD
(R (3) ), TiH A 20 TAEILIRIA KN FTER R H 2 E KRR,
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> FHFFR g2 4

FR1 APIA BESIHESRE

BEE BREAA CIE¥
S HOMO,—LUMO 0. 69
HOMO — LUMO+, 0.61
S HOMO — LUMO+, 0.56
HOMO,;—~ LUMO -0, 52
HOMO,— LUMO., -0.38
Ss HOMO;—~ LUMOx -0.63
HOMO,— LUMO., 0.45
Sa HOMO,;—~ LUMOx, 0. 44
HOMO;— LUMO+ 0.34
(HOMO.;, HOMO)— (LUMO-1, LUMO-) 0.31
Sa HOMO.;—~ LUMO 0.52
HOMO3;— LUMO43 0. 35
HOMO.—~ LUMO-3 -0.35

A /\'
"’."‘"—
T’ A r
5—-&' ,
N
4
(b)S,—S,

B4 IH-BULAYNRKIEER
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#64 GAEF . ABLOBREDFTRIFIL>TFHEALTFRUED 9
2.0 2.5 3PA
2PA " ~
1.6F n I 2.0¢ ,'/ .
. I3 H s X .
= 1.2k 'L : o 1.5 ., *..
! \/ R
g 0‘8 -,'l 72 l'O- .f
o H \b” 0.5 _-’i
0.4F : g
, } 0.0
O.G — 1 4 i n e : 1
1.0 1.2 1.4 1.6 1.8 1.0 1.1 1.2 13 14 15 1.6
BER/eV fEB/eV

Bt M m-A LAY

B F R i

6 EibHRAMK-BUL M= TF R

®s
B 6 EEISIHTE K- B MR =0 FRUOGE. BATRIE L 54 oV EE—-TEERK=
TR Ao IRIE A (D THE K- B A WIE zzzzze TR B =06F RGEEE D 2. 3X107

cm® e §?,

S.(4.63 V)

S(3.28 V)

$.(3.19 V)

15.13D

S,

(a)Tg—f=1216.64

A

i

$,.(4.44¢V)

6.20D

r— S5.3.28 eV)

4.34D
$43.19 eV)

\

15.13D

SI)

(a)Tg—f=885.78
' 7 WIH-ALANNS ETFREEREAN ¢ MEE
B4l , Drobizhev % APV RIS EHHIOCEINE T BDPAS LY = b FRR A HBHT

=T RUBOETER. 1R 3 BDPAS7E 1 175 nm 4t (6T IR ARIRER) 3 f&5) SR ERR=XFR

WERE S5 X10% cm® » S EEEE.RITEHORIHE T BDPAS 43 F7F xrxrxzxx(x NBEFEHR

FIE 8 63 (w) s7E 1 005 nm &b (ZRMER MS{E 8 3 4%) . B K 03 (w) 2 2. 88X 10% cm® « &, N TS

HE SRR TR 8, RITEEE RS EEYE TFMRBEHRIE. (DX ZERER, NFRE

UEF V/7TE&EmEL; (OB EBREGEFRE L=

5.,(4.63 eV)

6.34D

5(3.28 eV)

515D

$,(2.05 eV)

A
2.87D

- Sn

(b)Tg—f=1186.53

S,(4.44 V)

]
6.20D

S$,(3.28 V)

5.15D

$,(2.05 eV)

2.87D

Sn

(b)Tg—f=863.85

T EEREH S n =1 445), W
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L =212, oy (k2020 8.6 107 em - %, RATHOTDA T2 RIS R AR BT,

RATEFETE T b & AR E W =67 RIEE, £ R ZH, h-BA e W =067
RS LA R F R FRIEEE AR RER. AT THRIM-BAE D RERN=6TR
AR TE O, AT T X T UK H 4 MEE (SO6FRUBEERFTA W REE B A InAD , 38
HTEERAES, LA 7.

B 7 FEE W, HEREEER |Sed—>1S,.0—>1Ss >"|Sf>’ss7%E§HgX1ﬁ'ﬁ?‘§. S S f1 S8
KFHESRFNERIEHHLH SuFl Su ZHFE. Sy xR F N HOMO, BRiEE] LUMO.;, SuXf
B7 L F A HOMO,; BRE R LUMOULE 3), BATTRS REAhsHER A IR 2 8] i s AT 8 (I 4D, T e
B#ANR 0.7l BN Syl Sy BB AHBE, SESE KR TIERERAN, AFELKIERI, HmESL
PRI PR A B BARR R ikE. BEATS S ZEMREBRELBERLE 4 EH5). 82,
Ahuk- B H =XFREEESIREWREET (D IMKE LS T Z B RRRE FES—~S: M
Si(B#H), S F1 Si—>Ss » Ss—> Su Fl Su ZIBFAAER K BRITBIR A ; (2) i%?ﬁ\ﬂ%?ﬁﬁzﬁ?ﬁ
B RERAEH R, AR BUNO B EF. i, |Es, (Es,)-hw|~ 0.5 eV, Es,-hw~ 0.5 eV, Es, -
2hw~ 0.2 eV. HTGSBAEAR O, I OBE LSRN N FRICBE SRS,

3 RE
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Multi-photon absorption cross sections calculated by
coupled-cluster equation of motion method

ZHU Ling-yun, YI Yuan-ping,SHUAI Zhi-gang"
(Key laboratory of Organic Solids, Institute of Chemistry, Chinese Academy of Sciences, Beijing 100080, China)

Abstract: In this work, we briefly introduce the studies on the experimental and theoretical progresses
on the multi-photon absorption process in organic systems. Due to highly nonlinear characteristics,
the precise descriptions for the higher excited states are highly demanded, because basically the elec-
tric dipole transitions from lower excited states to higher excited states are pertinent. We propose the
coupled-cluster equation of motion method coupled with semiempirical Hamiltonian to calculate the
multi-photon absorption cross-section for complex molecular systems. Taking anthracene-porphyrin-
anthracene triads as example, we found that the intra-molecular charge transfer process can largely en-
hance the three-photon absorption cross-section.

Keywords: coupled cluster equation of motion; multiphoton absorption;charge transferl
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