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React ion of 4 ,6-d imethylpyr imidine  with the acyl chlor ides  of a romat ic  carboxyl ic  acids gave 
N-acy l -4 -phenacy l -6 -acy lmethy l idynepyr imid ines ,  which undergo alcoholysis  to give the c o r -  
responding diketones - 4 ,6-diphenacylpyr imidines .  

We have previous ly  shown [1] that the react ion of 4 ,6-dimethylpyr imidine  (I) with the acyl chlor ides  
of a romat ic  carboxyl ic  acids (II) gives N-acy l -4 -phenaey l -6 -me thy lenepyr imid ines  (IV), which are  hydro-  
lyzed to 4 -phenacy l -6 -methy lpyr imid ines .  By changing the reagent  ra t io  and the workup of the react ion 
mixture  we obtained, in addition to IV, which were previous ly  descr ibed  as the only react ion products,  
N-acy l -4 -phenacy l -6 -acy lmethy l idyne  pyr imidines  (HI), which are  isolated when methanol is added to the 
res idue remaining a f t e r  removal  of the excess  t r ie thylamine  and acid chlor ides  f rom the react ion mixture .  
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Compounds III and IV are  obtained in yields of 10 and 40%, respec t ive ly .  A t r i subs t i tu ted  base was isolated 
as the hydrochlor ide  (V) in the react ion of pyr imidine I with anisoyl chlor ide.  One of the two possible s t ruc -  
t u re s  cor responding  to t au tomer ic  forms of dimethylpyrimidine [1] is p resen ted  for  III. 

The N-acyl  group in t r i subs t i tu ted  bases  III and hydrochlor ide  V is unstable,  and the cor responding  
4 ,6-diphenacylpyr imidines  (VI) are  formed during the alcoholysis  of these compounds. The formation of 
diketones is proved by the product ion of dioximes (VII). 
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III, IV, VI, VII a Ar=C6Hs; b Ar=p-CIC6H4; VI, VII Ar=p-CH3OC6H 4 

The IR spec t rum of  pyr imidine I contains absorpt ion bands at 2930 (methyl group), 3020 (=CH 2 group), 
and 3450 cm -1 (NH group). The p resence  of the cha rac t e r i s t i c  absorpt ion band for  the NIt group conf i rms 
the t au tomer i sm of 4 ,6-d imethylpyr imidtne .  

Absorption bands at 1650 (carbonyl group) and 905 (=CH group) are  observed  in the IR spec t rum of 
base III, while an absorpt ion band at 1640 em -1 (carbonyl group) is observed  in the IR spect rum of 4,6- 
diphenaeylpyr imidine.  

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

The IR spec t r a  of KBr  pel le ts  of the compounds were recorded  with a UR-20 spec t romete r .  
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TABLE 1. Charac te r i s t i c s  of the Synthesized Compounds 

C o I T i  - 

pound 

IIIa 
IIIb 
V 

Via 
VIb 
VIc 

VIIa 
VIIb 
VIIc 

rap, "C 

145--148 
212--214 
163--165 
116--118 
170--173 
155--156 
164--166 
203--205 
204--205 

Empirical formula 
~ound, ~o_ CalCulated, ~o 

 T-H N 

CuTH2oN2Oa 
CurH~zCIaN=Oa 
C~oH~N206-HC1 
C2oHI6N~O2 
C2oHI4Cl~N20~ 
C~2H2oN204 
C2oH~sN402 
C2oHI6Cl~N402 
CmH22N404 

76,7 4,8 
61,91 3,1 
66,11 4,9 
75,81 5,1 
62,3] 3,9 
69,91 5,2 
69,51 5,5 
57,7 3,8 
65,2 5,5 

9~ 77,1 4,8 -- 61,9 3,3 
65,9 5,1 
75,8 5,1 8~ 

- -  62,4 3,7 
70,2 5,4 
69,4 5,2 16,2 

13,4J 57,4 3,9 13,5 
-- li 65,0 5,5 

~o ield, 

9 
l0 
39 
47 
91 
50 
70 
77 
94 

N-A cyl -4-phenacyl -6-acylmethyl idynepyr imid ine  s (Ilia, b) and N-  (p-Anisoyl)-4-  0p-methoxyphenacyl)- 
6-(p-anisoylmethyl idyne)pyrimidine Hydrocbloride (V). A solution of 0.06 mole of II in 10 ml of absolute .... 
benzene was added with s t i r r ing  to a solution of 0.02 mole of I and 0.06 mole of t r ie thylamine in 10 ml of 
absolute benzene, and the mixture was refluxed for 2 h. It was then cooled, and the t r ie thylamine hydro-  
chloride (50%yield) was removed by fi l tration. The fil trate was vacuum evaporated,  and methanol was 
added to the residue.  A yellow precipitate of III, which was removed by fi l tration and purified by rep rec ip i -  
tation from benzene solution by the addition of methanol,  separated from the solution after  5-10 rain. 

Hydrochloride V precipi tated from the methanol solution 20-30 min af ter  the addition of methanol 
(hydrogen chloride is obtained as a resul t  of alcoholysis  of the res idual  anisoyl chloride) (Table 1). 

N-Acyl -4 -phenacy l -6 -methy lenepyr imid ines  (IVa, b). These compounds were obtained af ter  s epa ra -  
tion of III from the methanol solution, in analogy with the method in [1]. Compounds IV were identical to 
the compounds descr ibed in [1]. 

4 ,6-Diphenacylpyrimidines (Via-c). A solution of 0.001 mole of III or  V in 20 ml of butanol was r e -  
fluxed for  3 h. The completeness  of aleoholysis  was moni tored by means of th in - l aye r  chromatography 
(TLC) on activity II A120 3 with benzene -me thano l  (10 : 1) and development in UV light. After  cooling, the 
precipi ta ted Vi was removed by fi l t rat ion and c rys ta l l i zed  from alcohol (Table 1). 

4 ,6-Diphenacylpyrimidine Dioximes (VIIa-c). A bright-yel low suspension of 0.002 mole of VI and 
0.004 mole of hydroxylamine hydrochloride in 15 ml of alcohol and 15 ml of pyridine was allowed to stand 
for  2-3 days, during which the solid dissolved, and the solution became co lor less .  

The solution was vacuum evaporated,  water  was added to the residue,  and the result ing precipitate 
was removed by fil tration. Crysta l l iza t ion from alcohol gave shiny white c rys ta l s  of VII. 
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