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Treatment of 6-anilino-1,3-dimethyluracils with di- 

methylformamide dimethylacetal afforded the correspond- 

ing 1,3-dimethylpyrimido[4,5-~lquinoline-2,4(lH,3H)-di- 

ones (1.3-dimethyl-5-deazaalloxazines). 

We wish to report a new synthesis of 1,3-dimethylpyrimido- 

[4,5-klquinoline-2,4(1H,3H)-dione (1.3-dimethyl-5-deazaalloxazine) 

derivatives (IVa-e) by a treatment of 6-anilino-1,3- 

dimethyluracils (IIa-e) with dimethylformamide dimethylacetal. 

The starting materials, (IIa-e), were prepared by the nucleo- 

philic displacement of 6-chloro-1.3-dimethyluracil (I) with the 

respective anilines according to the reported procedure2 (Table I). 

Heating of (IIa) with excess dimethylformamide dimethylacetal 

at 95O for 1.5 hr afforded 1.3-dimethylpyrimido [4,5-blquinoline- 



?.,4 (lH.3H) -dione (IVa) , which was isolated by concentration of 

the reaction mixture and addition of ethanol. In complete analogy 

with the above result, the reaction of other 6-anilino-1,3-dimethyl- 

uracils (IIb-e) with dirnethylformamide dimethylacetal provided the 

corresponding pyrimido[4,5-blquinoline derivatives (IVb-e) (Tab1.e 11). 

The structures of (IVa-e) were confirmed by the satisfactory spectral 

data and elemental analyses. 3 

Scheme 
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Table I 6-Anilino-l,3-dimethyluracils 

Compd. R Mp (OC) Yield ( % )  

IIa 

IIb 

IIC 

IId 

IIe 

H 190-192~'~ 

OMe 188-190~" 

Br 217-21ga 

C1 210-212~f~ 

N02 270-27ze 

a) Recrystallized from EtOH. 

b)   it.^ mp 186.5-187O. 
C)  it.^ mp 243O. 
d)  it.' mp 212-214O. 
e) Recrystallized from DMF. 

Table I1 1,3-Dimethylpyrimido[4,5-bIquinoline-2,4~lH,3H~-diones a 

Compd. R Mp (OC) Yield ( % )  

IVa 

IVb 

IVC 

IVd 

IVe 

H 

OMe 

Br 

C1 

N02 

a) All compounds were recrystallized from DMF. 



As depicted in the Scheme, the new pyrimidol4,5-blquinoline 

synthesis is presumably initiated by the formation of 5-N,N-di- 

methylaminomethylene intermediate (111). which possesses an aza- 

hexatriene-type structure. This could undergo intramolecular 

cyclization through valence isomerization and subsequent aromati- 

zation by elimination of dimethylamine. Recently, this type of 

intramolecular cycloaddition of azahexatrienes has been demon- 

strated in the preparation of purines, 516 pteridines,6'7 and 

pyrazolo[3,4-dlpyrimidines. 5.8 
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