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Coherently excited intermolecular librational motion
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The impulse response function for the orientational motion of an ensemble of molecules, each in an
identical, locally harmonic potential,
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For an inhomogeneously broadened transition the coherent vibrational amplitude is given by a 
superposition of the different frequency components.
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Intermediate contribution
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Interaction between the dipoles induced in the medium molecules by the strong incident field
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Variation of the transient OHD OKE profile of liquid CS as a result of changing the incident

OHD OKE response

Variation of the transient OHD-OKE profile of liquid CS2 as a result of changing the incident 
laser pulsewidth(FWHM)

(ⅰ) C t t li t f th l l(ⅰ) Creates some net alignment of the molecules,
giving rise to an orientational anisotropy

(ⅱ) produces an ensemble molecules coherently 
lib ti i l l i t l l t ti llibrating in local intermolecular potemtials

electronic(E), nuclear(L, D, T) 

electronic(★), 

libration(△),  diffusive reorientation(○), 
polarizability distortion(X)
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