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The ability of the cyano group to stabilize negative charge1 is exceptional. The acidity of 

the C-H bond in dicyano- and tricyanomethane is well known2. Yet, such a property has seldom 

been exploited as the driving force in a reaction involving tetracyanoethylene (TCNE). Its 

excellent ability as a dienophile or in other types of cycloadditions3 has superseded other 

modes of addition and fragmentation. We present such an alternative, 

When tetracyanoethylene (1.42 x 10m2 moles) is reacted with eucarvone4 (laj(1.33 x 10-2moles) 

in 32 ml. of chloroform, in the presence of 20% CF3COOH by volume, at 100°C in a sealed glass 

tube for 16 hours, a yellow crystalline solid is obtained after work-up and purification 

(m.p. 164-6cC). The yield based on eucarvone is better than 60%. (Equation 1) 
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a)R=H 
b)R=D 

Equation 1. 

We have determined the structure of this compound as 2: from the following spectroscopic 

5 
arguments . 

In the mass spectrum, the molecular peak, with 75% of the intensity of the base peak at 

m/e = 172, appears at m/e = 212. From the high resolution spectrum (m/e = 212.09541, the ele 

mental analysis closely matches the molecular formula Cl3 H N 0 (molecular weight calculated = l2 2 

212.0949). 
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Under similar experimental conditions, viz. CHC13- CH3COOD, and in the absence of TCNE, 

eucarvone la readily exchanges the ~1 protons with deuterium, in accord with facile enolisation. - 

Further, there is precedence for the postulated mechanism : Corey and Burke4, using basic 

conditions, added benzaldehyde 

a structure similar to that of 

requires sufficient acidity of 

reactions are in progress. 

to eucarvone, and obtained an adduct for which they postulated 

21° Fragmentation of TCNE is not unknown either 
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-* . It only 

the TCNE-bearing carbon. Further studies on this and related 
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