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Supplementary Table 1. Fit Parameters for the peak amplitude dynamics provided in Fig. 2c. Fig 2f, and Fig. 3c 

 

aExcitation frequency fixed at 17800 cm-1. 
b,c,dErrors indicate 1σ intervals. 
eDamping time unable to be fit precisely without smaller timesteps past 625 fs, but are likely >600 fs. 

 

 

The fit function employed is given by: 

𝑓𝑓(𝑡𝑡) = 𝐴𝐴0 + 𝐴𝐴1 cos(2𝜋𝜋𝜔𝜔1𝑡𝑡 + 𝜑𝜑1) 𝑒𝑒−𝑡𝑡/𝜏𝜏1 + 𝐴𝐴2 cos(2𝜋𝜋𝜔𝜔2𝑡𝑡) 𝑒𝑒−𝑡𝑡/𝜏𝜏2 + 𝐴𝐴3𝑒𝑒−𝑡𝑡/𝜏𝜏3 

convoluted with the instrument response function. 

PA 
Component 𝝎𝝎𝒅𝒅𝒅𝒅𝒅𝒅. (cm-1)a A0 A1 𝝉𝝉1 (fs)b 𝝎𝝎𝟏𝟏 (cm-1)c φ1 (𝝅𝝅)d A2 𝝉𝝉2 (fs)e 𝝎𝝎𝟐𝟐 (cm-1) A3 𝝉𝝉3 (fs) 

⊥ 1690  0.42 -- -- -- -- -- -- -- -- -- 

∥ 0.17 -0.01 140±30 111±7 0.7±0.2 -0.001 -- 240±20 0.01 330±120 
⊥ 

1680  
0.01 -- -- -- -- -- -- -- -0.01 600±200 

∥ 0.19 -0.01 140±30 90±10 0.8±0.3 -- -- -- -- -- 
⊥ 

1670  
-0.93 -- -- -- -- -- -- -- -0.01 600±200 

∥ -0.56 -0.01 190±30 106±5 1.1±0.2 -0.001 -- 240±10 -- -- 
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Supplementary Table 2. Fit Parameters for the frequency distribution dynamics along the excitation provided in Fig. 3g 

PA 
Component 𝝎𝝎𝒅𝒅𝒅𝒅𝒅𝒅. (cm-1) A0 (cm-1) A1 (cm-1) 𝝉𝝉1 (fs)a 𝝎𝝎𝟏𝟏 (cm-1)b φ1 (𝝅𝝅)c A2 (cm-1) 𝝉𝝉2 (fs)d 𝝎𝝎𝟐𝟐 (cm-1) 

∥ 1670  17821.70 -1.12 250±50 92±6 1.33±0.19 -0.14 -- 240±20 

 
a,b,cErrors indicate 1σ intervals. 
dDamping time unable to be fit precisely without smaller timesteps past 625 fs, but are likely >600 fs. 

 

The fit function employed is given by: 

𝑓𝑓(𝑡𝑡) = 𝐴𝐴0 + 𝐴𝐴1 cos(2𝜋𝜋𝜔𝜔1𝑡𝑡 + 𝜑𝜑1) 𝑒𝑒−𝑡𝑡/𝜏𝜏1 + 𝐴𝐴2 cos(2𝜋𝜋𝜔𝜔2𝑡𝑡) 𝑒𝑒−𝑡𝑡/𝜏𝜏2. 


