Electronic Supplementary Material (ESI) for Physical Chemistry Chemical Physics.
This journal is © the Owner Societies 2019

Weak-field coherent control of photodissociation in polyatomic
molecules’

A. Serrano-Jiménez®, L. Baiiares” and A. Garcia-Vela**

Supplementary Information

1-3 |1



Population x 10’

Anisotropy parameter g

2.0

=
o

0.0
1.99

=
©
©

=
©
N

1.96
0

CY

CH,(v' =1) + I/I*
—e— |* channel
—e— | channel

6 8 10

—e— |* channel

i

4

6 8 10

Time delay (fs)

Anisotropy parameter g

I*/1 branching ratio

© o o
N o ©

r(b)

e
o R N w b

o

6 8 10

o
I

(d)

o
N
N

©
o
|

o
N
N

o
i

—— | channel

i

o

4
Time delay (fs)

6 8 10

Fig. S1 Behavior of different observables with the time delay At between the two excitation pulses of the laser field of Eq (3) for the
vibrational state v/ = 1 of the CH; fragment. (a) Final populations in the I* and I dissociation channels. (b) Branching ratio I*/I between the
final populations in the I* and I dissociation channels. (¢) Anisotropy parameter 8 associated with the angular distribution produced by
dissociation through the I* channel. (d) Same as panel (c) for the I channel.
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Fig. S2 Behavior of different observables with the time delay At between the two excitation pulses of the laser field of Eq (3) for the
vibrational state v = 2 of the CH; fragment. (a) Final populations in the I* and I dissociation channels. (b) Branching ratio I*/I between the
final populations in the I* and I dissociation channels. (¢) Anisotropy parameter 8 associated with the angular distribution produced by
dissociation through the I* channel. (d) Same as panel (c) for the I channel.
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