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We have obse rved  that 1 - (5 - t e t r azo ly l ) -3 ,5 -d ipheny l fo rmazan  (I) r e a c t s  with formaldehyde in alkal ine 
media to give the leuco base  (II) of the l - (5 - t e t r a~o ly l ) -3 ,5 -d ipheny lve rdazy l  rad ica l  (Ii). 
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In con t ras t  to the leuco bases  of t r i a r y l v e r d a z y l  r ad i ca l s ,  II is s table  with r e s p e c t  to a i r  oxygen in 
the c rys ta l l ine  s ta te  and in solution but f o rms  verdazyl  r ad ica l  III,  which is pa ramagne t i c  in the c rys ta l l ine  
s ta te  and in solution (according to ESR data),  on oxidation with lead dioxide in ether .  

E X P E R I M E N T A L  

Leuco Base II of the 1 - (5 -Te t razo ly l ) -3 ,5 -d ipheny lve rdazy l  Radical  (ID. A 2 .1 -ml  sample  of a 37% 
solution of formaldehyde was added to a solution of 2.92 g (0.01 mole) of I in 90 ml of 1% sodium hydroxide,  
and the mixture  was maintained for 3 h without acces s  to the a i r ,  a f te r  which it was f i l tered.  The f i l t ra te  
was acidified with acet ic  acid to give 1.75 g (57%) of II with mp 180.5-182.5 ~ (deeomp.,  co lo r l e s s  needles  
f r o m  chloroform)  and R f  0.21 in a thin l aye r  of ac t iv i ty  IV A1203 [ a c e t o n e - c h l o r o f o r m - a c e t i c  acid 
(76 :22:2) ] .  The c b r o m a t o g r a m  was developed with iodine vapors .  UV s p e c t r u m  (in alcohol),  k m a x ,  nm 
(log ~): 230 (4.27), 305 (4.03). IR s p e c t r u m :  3321 (NH) e m  -1. Found: 59.0; H 4.2; N 37.0%. C15HI4N 8. 
Calculated:  C 58.8; H 4.6; N 36.6%. 

1 - (5 -Te t razo ly l ) -3 ,5 -d ipheny lve rdazy l  Radical  (Ill). A solution of 0.3 g of II in 200 ml of diethyl e ther  
was shaken with 3 g of brown PbO 2 and 3 g of anhydrous Na2SO a for  30 min, a f ter  which the g reen  solution 
was f i l te red  and concent ra ted  in vacuo to 20 ml. The addition of heptane p rec ip i t a ted  0.2 g (66%) of III as a 
dark-b lue  powder with mp 104.5 ~ (decomp.,  r ecp ree ip i t a t ion  f r o m  e ther  solution by the addition of heptane): 
The product  was r ead i l y  soluble in mos t  organic  solvents  and in aqueous alkali  solution but insoluble in 
wa te r  and al iphatic  hydrocarbons .  Application of a ch lo ro fo rm solution of Il l  to A1203 of any degree  of ac -  
t ivi ty  led to rap id  decolor iza t ion of the sample  because  of reduct ion  of III to II (Rf 0.21). UV s p e c t r u m  (in 
benzene),  k m a x ,  nm (log e) :  380(3.97),690 (3.64). Found: C 59.0; H 4.5; N 36.6%. C15H13N 8. Calculated:  
C 59.0; H 4.3; N 36.7%. 
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