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BECLETOZEBMMILENYICETIEREF[/LICENAERD, ChFET. HRROERS
BHADEFHLELX. EFHENEAREVLIC, REVRENERHICERT 2-0EH
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A20tY) IT20VT, EXREMERFOEBRIRILF—ZRB LI 2RARZVTAF Y
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LEX¥—D2NNFA—F—IZH/IELEEFY UoRIAER CEFTAHRETRFELIE, NV
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FBHALLHER (K2) T, BOEET
RILF—IKFEENKREL (m=-0.50). /N
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1) N. Kishimoto and K. Ohno, Int. Rev. Phys. Chem. 26, 93(2007).

2) N. Kishimoto and K. Ohno, J. Phys. Chem. 4 113, 521(2009).
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[F] 2 F—DFRORIETIE. B FOREREDHES B IEKELEZDFRIRTUOVILOTHE
MThnd=dH . RIGHELF-EEREBOMEEEICEKELL-EZRTMWAIEZHOEHAFING, AR
RTIK, RIEKFEDORBERIEDRRIGELTERY CH SVNIVDEAERIGIZE TS, RERREDE
BEICEEFLERGELREMKFEIC OV TOMRBERERET 5.

[EER] ABXRH—FHFICKY.CH FTH/LDEERIKEE
CHIF)Z&EALt, — A . BESFROBERES T
f(Ky,) & /ZXIWEEPO,) EEATEAILEE =, (700 torr,
400 torr, 100 torr, Cell; BIRREEIX. ThZh 10 K, 25 K,
180 K, 300 K), EIERIRERERILT= CH|J,F) 5 FREBRSF
BRERIGSE ., £RLT- OHA)REDNERH—BIHEEK
T hemi(Po,, Vo) ZBIE LTz, 4% 02 E—LEHRDMER
RIGHEEF(Po,, Vo) (3. MEBE B TRDIZ 02 TFv
9 R1(02) Tlehemi(Po,, Vo ) ZRAEAE L TEFMEL 1= Iehemi(Po,, Vo)
#150(V,) ZAVTERT 54T CH OFEERIRED RIGH
EiE ofr(Po,) EROD. TOEERL FORIERIKES kY
ZRDIZ.COHERKY.CH & O: DERIEIKEDHEE
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#T. CH[1/2,F,,M=1/2)+ O,|K, =1) ®EEKEDHE
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9. ( (1) (O) [112,F,), (2) (@)[3/2,F,), (3) (O) |32, F,
>, (4) (W) [5/2,F, ), (5) (2) |5/2,F,),(6) (A) |7/2,F)).,
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JXIVEEP(O,) IKFFHE (Vo = 4kV THRIBIE)EE2 (B) TR T . S &Y RIEHES £ W chemi(Po,, Vo)
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ST, RISEDKECRERBIEN DN S, 0 FH (Po,)D (Ko, ) RFHEY , FROBEDEERKED
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4A05 R EIFK R RAE S AAEICL D
O(D) + CD4+— OD + CD3 Rt * 51 = X L\ f#HA

(ERF - 88, EARR - B?, mKRE-E°) O/MEFHE' SABE'?, kg’

FhEL iR+ O('D)EEL DL EAFETEE DN R ER G L A5, UL
FEOALFAE G ~DOFF ALY FLEE IREEO T RIAZ AR L, o3 T3~ 2 4 AT 1 2SS
BEEENTFELIRODSTH D, LinL, BIZIEREFITHD O('D)+CDs—CD3+0D i Th AKX/ —
JUH A (CD3-0-D) R A UGN ERREE THHHLOD | ok EL T O('D)E C-D fif A3 iR
7R AEA IR R T2 5 | S E MBS FAE T DL END, JIERENIIAS /) — VD
IR BB DR T v )L LX — [ (PES) CHEA T4 5L DO THY . HFHFFEICLDEAY O AFIT
(23 keal/mol F2EE D SBEEEN B D ETREND[1], LU, AT & 5| S H & BRSO KOG
ERILIE—CTHDHI-0, BEDORIEIXREE CTH -7, Fex 1L, £ CD; ORERIRREZERL
ToHGEL AR EIZ LY | 5 &P SRUBEHE O TR RO TREIL . AFHiae THEL2[2,3],
AL, SOIZFEMZR RS A =X MR %2 B L . OIRBIELEIREE CD; ORISR L, O
HhiE KB CD; OHGEL MM E AT o7,

FER I A 7557 T AR HCEL IR 8L 1L TIT o 72, 0, (1%0,/He) & E 285570 L — F — T iR B
(Oy+hv(1570m)—O('D)+O(CP)) L C O(' D) F-#rZ& Ak L | A THD CD, (10%CDy/He) 53 F-#rE
RAESE T, EE L X—XRiE LR 5.620.8 kcal/mol THD, A L7- CD; 7V vE R
#9333nm DRI —H — 12X 3p Rydberg IREAEREH L7=(2+1) 8% 56 114k (REMPI)
TAA A LTz, ZLC b—W =l EATRINTHZ LT, CD; OIEH) - AR BEAE SR L7 R HA 4
ABL, 2 WITHR S BORL oy A & B2 LB B L7z,

CD; @ REPMI A~XZNMVCIX, Hidh
EAARE) (v, = 0-3) DFRvh SR (0],
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B DK E7 00 SR O[AERE & A
la, b (2T, EAMEYEE VA4
A (K 12) Tl Q £L72 1T 23R BlA,
L DIEHAEL D EHA AT I XN T o7z,
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PERLIZH D, * TRULEZE—21E, LSRR Q KL, 7 ( Ell VX 1e)
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AT HDELTARE TIE P, R EZDMEER /2D 312 K =0 DA (X 1d) ZELTZFH R TIX O, S 1%
NEECHIE72D (P, R LD RIEEERFRE 1L 0), X 1d CTREESFRICTRTINHENDSEH T, K = 0 #ELLO
Onk 3N OIBRAFIZHFL T 1:10 725728 Th D, FERITHIE SN TZ AL (X 1b) 1%, Ty = 500K
BLO Te=50K ELIZFHREANIML (K 1e) CESHBRINAIEDN 3 o7, ZORERIE, Eﬁfﬁ
% CD; DMEW K EMLIZEEF L TWDZE, T 7ebb iy Rz MAiEE & N 237 - I AT
HZEERL TN,

— 05 BEL AR E IR, AR YIS D S FEIT QAR Lz A4 Ak & =, X 2a, b,
clX. CD3;(v=0)D N =3, 7, ~15 DEELIA THY , ZOREIEL, ORiJ7 (CDy B — LD J5 ) (2
T LN AT &, @F% 7 0DAH OB 7R BRI S Th D, QIR oA=L, N 1Zxt
FTHRAFIEI T NS, ZORITIE, KERETZERT A= TR IDIASSIZHE KL, FRIETHS
CD;0D D FF 3 [RIHEE I LL N Ch AT DITHEL IR A3FT 4 7 6 FRIZ A2 D72\ 33 B 43 Af A3
R THDHILIL, kAR T % OD s [Elfsphit S T &R T, —J7, QDB IRA%EIL CD; D
[ElHRfEhAS & 3E1288<720, ¢ TIXIHRL CWD, ¢ IZALNDDO T h etk 5 HELA 73 134 A 12 &
HHDOTHD, BEBI7eEEIL, fARK T2 0D NEERFIR STVl b, SHIHIRE & 508
Vop =4, 5,6 THHIEERLTWD, LTEA-T, ZORIE, B RHE PES T O-D-CD; D 3L#R
Bl 2R 95 5| B IR IR S LD, SR VE B b AL | X - B EE | 2R T D, ZOBRIR
HEE T, CDs(vo=2) DO HCELE4 (X 2d,e) ICH BB ICBLAIS U7, v=0 &b~ TERIRIEIE O Bsy Hes
K& V=2 DAERICH | EHEEENRKELSEFEEL CWDZENDND, £z, v=0 DEIRAEELE

\ZHITT ETREIVIAA TWDHZEIL, O-D-CD; DILHREL E D DALZBLE CO UG (T724D cone
of acceptance @ H[L37) 5
TAUIHEZ2) D3 vp=2 DA
RIZB o TWnWAZ LA
RIELTWD, LT,
PN e B — R A3 bk
STz CDs(vi=1) D HLEL {,I
oA (B 26) 1%, D7
VVRIT T ECEL S Z ALY T =~ i ¥i=1,2 banch
&Y CDy(vi=1) DA F A
ARG LD &0
Mol v=0 [ZXF T 5
vi=1 DA ITE% TH
URECIDNG T A SIANEG S
C-D MEASEIE AL mo Ay b, OMENIR (5 44y FUEBHR, 4400 WD) , 5

IR TNDIENHELETE FRRDOIEXHEE XTIV D&% a)lREITRLTE, BRIR O T ECEL
% (V&L s 2k E R OD OIRE) #1451 (vop) 24T L7,

a) v=0,N=3 b) v=0.nN=7 ) v=0,N~15

1.0

Intensity

25 3k

[1]J. Hernando, J. Millan, R. Sayoés, and M. Gonzalez, J. Chem. Phys. 119, 9504 (2003).
[2] H. Kohguchi, Y. Ogi, T. Suzuki, Phys. Chem. Chem. Phys. 10, 7222 (2008) .
[3] % 2 [ 1B 7 RTimes (2008) 4C08
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(JST', FRAF 2, BLELKF®, Freie Univ.*, Humboldt Univ.”) O85 A #— b23 & &7 i
B OEKEk V20, R 214 Y23, Mitric Roland?, Werner Ute®, Bonacic—-Koutecky Vlasta®

) RLIRTED 5o F TARRINC IV v CL SR A LI PRI 1
EChb, B, BRI O 2 BT BN RO B ENC SV T, IEFEFEHR T
BNV [, ABFZE T, BB 1 A0 o AR~ BT LA
W ChBETUL | BV B3], 7T O R A R CRIE L

BT D S-S WEMEHUIEME T — R — 2 LW BV ES THY ., %
SOBEEGAFTE DN A ST D, 1991 T Seel-Domceke 1%, REfE 3 M SEHE 10 Yok~ T
v IV DN R A B T A RIE R AT o 7203 4], THISNTZ S, IRFEED FH M
23 30fs EIEFNTHNN 2D | USRI FEBRIT Do T, Fox b 1999 IR AN D TR E
{775, FERISYARREDS 300 s BLEE T . EMEHIIZD S, 59 T DA LRI T2t
S72[5]. ABFFETIL, 800 nm(25 f5)DIEAEE 400 nm(30 f5)D 5 kAR5, 264
nm(14 fs), 198 nm(17 fs)D N A AL |, #)ed TIRFRIBIHNIZ I LT,

— 757, Seel-Domcke NER LT= N8 - DIEHH = R/LX— A ORI A LIE, 4T LLE
FRRRNL A F I AT WU NI ML 72 W AT REE D 5, B IRIEZE b2 KO BURIZ ) k-
HBPNEEZ ZONDHDN, B AE S ThhH, B IRIEED, /fﬁ/{b@)%%ﬂ
WA= AN LT, KETAESMIEL 52505 THH[6], KRl iE ) E
A= TNE 7 = AN O SR RE CRE T A M ORELFBLT 5,

[#a47] A ROEREMETHS, PATRBEMR G, — I FIC XD E 74 5613
Legendre ZHK[P,(x)]& > TLL FOIITESNS,

O-o(t E)

I(t,E,0)=——"—[1+ B,(t,E)P,(cosO) + B,(t,E)P,(cos )]

ZIZT, o,(tE) iﬁ‘é/fﬂ‘/ﬂﬁ%%ﬁiﬁﬁ*ﬁ\ B, (t,E) BXO B, (t, E)ITHE 1 BIFMER 1T
BD, t, EIXZIEI, il Y- v —7 S OBRIERFRE], &8 fEE =L X —Tho,

1

= 08 .
c
0] .
S 0.6 % ==
£ = :
o v _I'I'I
o 04 o
°
_C
o 02 -0.
0 = 100 200
-100 0 100 200 300 400 Delay (fS)

Delay (fs)
M1: 6500 (1+D0) LA A AR eE M2 eI (1410 R A ALidm R oL E
T ORI ZAL UR) L BEOT 1 Ml THIGVER T OREE-= X —vo 7,



[FER] KT, v o0+ R AA AT T 5 E 5 o E AR OB L
Ty L7bDTHD, 7V 0%, 200 nm LVFER AT SOREE~RIN RS D720, A
OEEI T (ARAFZED H B9 L 13 H#725) 198 nm e — 264 nm 70— 7 D15 B 0VBIHIS
b, ZNEEEL-DD, IEORFR T IZBIIIESIND Sy, S| ORFFEEL T 1T 58, 5
Bt A R<HBIT 228N TED, Sy DFAE, 22+ 3 fs LPESIZ, 100 fs LLEEIZ RS
AN IREN I B I dGEENC LAH DO THY  ZOIREND Fourier ZHAIZLVEIH LT
WDIRENES 560 + 40 em™ ERFE-72, ZOMEIE, S IRRED Op T — l\(583 em N2 B <%F
IS5, BTV B E I E T, ZOBEEAS 550 £ 40 e (ZZE L LTZZ 80,
IRENE—RIX 6a LHEESIIC, ZORERIT, ZBE—RNELT Qi EETHY, 0,(C-H
HFITEE TRV TR EOHERIZ L B —+ 53],

WA F =R X — DR AL 2B L 72 F . NSRRI A2 T IR F I/ NS
o7, FHEIRBED — Y A A1k Koopmans DOHitg T L TE 55 E . Sy(nn*) b

Di(n ) E2 Si(nn*)D D Do(n Y ~DAF L ERBH, THHD T FRLF —F v FITFITEL
<, WHHEHLZ Lo THEF = RN X —=DBLR WS THD, £ T, LB A oA
W25 B LT, 20086 E - ETh— L — [ ZHOW TS, BT R— 5 il%ﬁﬂ)
RE b2 7R T, ROEDRIECICEREICH HEINDE T BN ETICHHSNDE
FHIELTEY, 20 2 WIL~y T DEOEALND, $H—S, @V*Jp.rs;ﬁf:%ﬁmﬁﬁﬁﬁfm@:ﬁzﬁ
T&ED, BRI, =X =28 0.9 eV (T CIERFZ O JFAS AT 72 CIRWE BB TRY
Z ORI EDENBAE CTHD,

— 7, 77 DEEIIINE =X — A0 SRR R E S Bl S, B 7
D DEBRFERND RP— D OFEBARBITA{ELBLT D56 . IR EER N H - TH 4
DHT—= T INEAL LN EWDFEHI 73»52@401“5 EM D, FDFER, 771
DWTBHIENTZE =X —DREREIE, — D DOBEE IRIE L TR ofiE
B LIRS AL, SRR Z ORI EL R (MD on the fly)(Z&» THERRSNLT=, JERhEE S
Te(rr*) kB, FERTE (5 EI O 7 v — 7 K TIEAA AL TERWN) ~NERHEHLL T
5&%7@%50 ZORERIX, 772 D (nrn*)iE 3s Rydberg IRAEIC NI I DL Dl ED

AT 7]13FR0 THDHZ LA LT,

[1] W. Domcke, D. R. Yarkony, and H. Koppel, Conical Intersections, vol. 15 of
Advanced Series in Physical Chemistry (World Scientific, Singapore, 2004).

2] T. Horio, T. Fuji, Y. Suzuki, and T. Suzuki, J. Am. Chem. Soc. 131, 10392 (2009).

3]1Y. Suzuki, T. Fuji, T. Horio, and T. Suzuki, J. Chem. Phys. 132, 174302 (2010).

4] M. Seel and W. Domcke, J. Chem. Phys. 95, 7806—7822 (1991).

5] L. Wang, H. Kohguchi, and T. Suzuki, Faraday Discuss. 113, 37 (1999).

6] Y. Suzuki, M. Stener, and T. Seideman, J. Chem. Phys. 118, 4432—4443 (2003).

7] E. V. Gromov, A. B. Trofimov, N. M. Vitkovskaya, H. Koppel, J. Schirmer, H. D. Meyer,
and L. S. Cederbaum, J. Chem. Phys. 121, 4585 (2004).
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Ceo DELAL - RBEDF /B Zal— a3y
— A TFRESERRB IR —BBICIYBEREINIFIIFTIIR-

CRAEKBEEL |, BOKBERE ?, BOKPERE °, 25 R4KEE )
OFrE s |, thifmil’, MmEA S, Hmem |, PSS WERe !

JEEREEDS 107 205 10" Wiem® B O s L —HF — L 2 % Coo ICRET 2 & ZAio#E
FF k2 RS BN D, Z DX 978 Coo DFFBEL A A MLOBEEWERIL, "V ARR
WEAEEZDZLIZE>THIERRETHDL Z ENHMLNTWS, HlziX, HEA=800nm O L
— =L R HWIZEBRTIL, 7OV AEN 5ps EEWIEAITIE Cooman 2 Con' & W o 7= iR EfEA
T DD DIZH L, 7SV AR 25 s LELWEEIZIE, SMiE TORN I F 4 2 BAERS
Ao, FRBEA R IR RIS T 5[], — 0, KV EEETH DA = 1800 nm O L —H—,3L
AW FEBRTIE, 12 iE TOBSMADF A BNAEK S, BEEHTIZE A SR Z H2R20[2],
BRILTIE, A=800nm D7 = A M/ UV RAZWIER T2 2 LI2X 5T, Cso DX 5 RFFED
fRlE~ 7 7 A2 FOWNREMRKSELERP/RESNTND, ZOEBRTIE, BfREL—F—
L > TERIHOMBFERE TH D a,(1) T — ROEBRFEINTNDZ EIRBINTND
W3], — T Ceo D X H e RE 43T Tk, HEASNTZ =R VX — | TRE) = 3R/ ¥ — 55 Al
2 (Intramolecular Vibrational Energy Redistribution, IVR) [4]iZ & » THEE DS ~EHEIZFF /7 AL
S, RSB ANENTEZ RN X —IZOBEKGFTHEBZ LN TWD, ZDd, Eio k)
PRI S ATRE CTdb B 2 L IT R BRI,

Fex T, HBHEIZ KD Coo DEULHITH O 2 HAY & L, Z4UE TIZA= 1800 nm O /& i#
FEEARA L —F— SV 2R LM EAERT 2 Coo DX AT 7 A% H—REE )3 RIC L 0 R,
INNWARRL T NNV ADMREEZ %D Z LT a (1) hy(1)F— NOIRE) 2 BRI Ikl T =
HZEEWLNC LIz, RBFFETIE, L—PF /UL R L 5 T Ceol ag(1)F721E hy(1)E— KD
REIDE SN ERE L., BEECES E TOREE FREDORT Uy ViH EOX A7
A % 5 L B 45 B8 % A (Density-Functional
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TTEY, au(DEH L TEWVHEHIZNICLD2bDTHDLEEZOND, £7o, HEEEIOR
MIZE > TEHMEIC R Yy N =7 #EENEILT 21T L, BB S E TIThH 2RI EL 7
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THAOE I, TORIIE I LT ORM R 7 — L TEH DR
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ZOEFEIA SN T S 72T, Stone-Wales B0 L Z 97 R
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FREG NPT 2HEERN R TH Y . ZOHPEEEIRIES O F 4 L REBIZOW T, i,
BAF I AOWEN LR ITHITE o, HHEREIRAED PhOH-7 7 A (1:1)7 7 A% — D
TE L EHEAEE OFETIC L VBl SN2 ST Y | van der Waals /112 K > THy VA3 5 &HER &
fA Ll n B L IRESN TN D [1] . o iEE CIX OH e M ADHEERORNWD & &
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JRINE LT, @mAA4ra7 EMEERLRWE STWb Rydberg &5 A 4> a7 ~g8%
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AFAGEREORDE LTBIT S 2 ik, F1HE7 72X —DOFRI AT b v Z#H
THLENARETHD, 7T AKX —FEA L DORNGHTIE, R E VUV A 4ok Xk
DIEIESETAS L, FE7 T 27— L FRRIC, FROMEBEIZ X 5 A 4 M55 RE DL A I
HLT, RIAT b8BT S,

VUV HiZiE. Nd:YAG L —H—0 THG(355 nm) DA A A Z ik & U C =5 % 4E L= 118
nm ONEHN, 7T AKX — ®%L®WLM FEMEPREN A1, Gaussian 03 & W 7z,

HeA A AR O BMAL OGRS EER 21X, GRRM 1E% A=,
[EE] X 112 118 nmytA A4 1kiz iofﬁﬂént/i%wi%?w??X?~®Q%x

NI MVERY, HEANT MUE, ZEBRU EORE R T A —OERE—7 MBS
ﬂ@“*#f@méﬂkoVI?wI%Tw@ﬁmkiim@E%E*7kk%u\7HF
AT U T2 BAR & CHCH 2 i L 72 — RO E Y — 7 8l s b, v b AHIED
BINX, V=F L —TF )V T BRO 118 nmYt A A ALIBERIZBW T, TAFILEN SO T e
Fy%@ﬁizofwé’&%ff FRECBREAFUBIORT T 7 A b A OFRIL
GhE, RERT TAZ—DRBIC L DB Z T, 207 7 AX —ElSEMT T2



>77,

B 2 I =FNo—T N7 TAZ—IEA T D@)IRIN AT R L& (D)MP2/6-31++G** L
UL TRE S NI REMIEIZ O W T ORREIRB R O R 2R3, RBORHN AT hLic
I%. 3000 c™MFUT IS CHIMAEIRED & A 72 < & % 2600 cm™ & TIAMN 5 71— K730 RVELH
ST, BRI ART MVITHRAEE CTRME SN TR BT, BB U 72 2R R AR
DTN 2700 cm™ BT 5 2 L E2EET D L T a— RNy RIT S B HU%
FE TIN5 TWDHATREMEN & 5, BIFE, L 0 IR EUR O IRIME A F8 % C & 5 IR-OPO% VT
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X, MR RENHEEZTERT D L EZ bND,
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FBEZDFLNILTRANRSZZEICED, RIDVBEESINZIANZILZPASMNCT Rz BHIEFEE
Ufe. AR T, N\OT Y& A &N\OT HMEXFILICK D FONDBBEN U A A > —F 7
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Y—AAVIFMRERICL>TIRERS N, BRNOGA XD ZAI—A AV DIHERAA>ELTY
AT—NCEDEDOEL, ORI AVICHKNAL—H—(2800 - 3800 cm)ERE T 22 & T, Kt
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