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1n this talk, we will describe the technique of picosecond-jet spectroscopy where a picosecond 
laser excites moJecules under supersonic beam conditions. The large molecules studied are vibra­
tionally and rotationalJy cold (,.....,lOK and ,....., lK, respectively), and exhibit, following the laser 
excitation, vibrational energy redistribution or undergo photochernistry. Specific molecular 
systems showing the energy redistribution in the excited state or undergoing isomerization or 
solvation will be discussed. The experimental findings will be related to statistical theories of 
unimolecular rate processes . 
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本文评述了在超声射流条件下用微微秒激光激发分子的微微秒射流光谱术。所研究的大

分子为振-转冷却(分别为 lOK 及 lK)，经激光激发之后， 呈现振动能量的重新分布或光化学

反应。 对在激发态下呈现能量再分配或起同分异构化或溶剂化反应的这种特殊的分子系统进

行了讨论。实验结果与单一分子速率过程的统计理论有关.
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