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Fig. 5. Time evolution of the !Falg,(q,,qb,t) wave packet on the Y,lB,(qa,qb) PES of 
from the initial state ~~1,,(~~~,y,,O)=10.0},1,, prepared by absorption a’A,3a1B1 [N], 

~u,(9ldJv = l~mdAl is simulated by the time-de ndent wave packet 

ithin ca. 1 ps, 20% sf the system predissociates towards 
products via tunneling through the potential 

The diabatic time evolution of the H 
lowest coupled excited potentials V&Q, V&t and V”c”A 
(2) and ( 3 ) in Figs. 7 and 8) corresponding to the lowest 
(~F-wT*) excited states (d being the bondin 

acant TC orbital localized on the 
wave packet !QaQJ) (q@ = 

t equations (Eq. ( 12)). 
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Fig. 7. Diabatic time evolution of the !PaJA,(qa,t) wave packet (continuous line) on diabatically coupled 
V$,Jqah V$,,(q,), and Vf~,(q~) PECs (dashed lines labeled (1), (2) and (3)) of 

n(CO)j(cr-diimine) with the initial conditions P b~~,(q~,(D)= !iPC~,,,(qm,O)=O and the initial state 
Ya3,,,(qa,0) = [O,O>,l,, prepared by IX. 

ca. 
ing 
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Fig. 8. Diabetic time evolution of the !P+(q~,r) wave packet op1 diabatically coupled V&&J~), 
V&(q& and V$Jqa) PECs (dashed lines labeled (I), (2) alnd (3)) of PH n(CO),(at-diimine) with the 
initial conditions “I”,3,,(q,,O = !&+,(q~,O) =O and the initial state YC+,(cj,,Q) = lO,0},1,, prepared by ISC. 
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Fig. 10. HSC ‘E-P~A~ 
P(3A,) for observing 

Co(CO),, induced by Co-CO,, vibrations. The probabilities P(S) and 
Cl), in its ‘E and 3A, states are shown by continuous and dashed lines 

respectively. 
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Fig. 12. Simulated total (t) absorption spectra ](‘A, d%,t~) =I(lAl -+%,DI,w) + I(*Al +iE,fi,~) with con- 
tributions from two competing product channels ar (dissociation toward the products 

Fig. 13. Simulated total (t) absorption spectra I(alAl 4a1 
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