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Supersonicexpansionshavebeenusedextensively asasourceof vibrationallycoldmoleculesin thestudyof intramolecularinteractions
governingconformationalselectivity. Throughthe cooling process,the conformationaldistributionsof moleculespresentin the pre-
expansiongasmixtureareoften”frozen” in to their zero-pointlevelsby thecollisionswhich occurin thesupersonicexpansion.Down-
streamof the collisional region, moleculesare free to be interrogatedin an collision-freeenvironment. We have developeda new
techniquewhichallowsusto alterthepost-nozzledistributionof moleculesvia infraredradiation.Specifically, moleculesareselectively
excited by the idler beamof an IR OPO/OPA source(2800-3800������� ) less than 1mm from the nozzle. By properchoiceof IR
frequency, single conformationscan be selectively excited at well-definedXH oscillatorsin the molecule. The point of excitation
closeto thenozzleorifice insuressufficient collisionsfollowing excitationto re-cooltheexcitedmolecules.Moleculesarethenprobed
downstreamvia their electronic
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origin by a UV laser. Conformationalchangesare detectedby an increaseor decreaseof

populationin theconformationspecificorigins. N-acetyltryptophanmethylamide(NATMA) is usedasmodelsystemfor suchstudies.
Large,conformation-specificchangesin conformationalpopulationarepossible.Thedependenceon thevibrationalmode,bathgasand
conformationwill bediscussed.


