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In 1949, N. J. Leonard and G. W. Leubner (1) reported the synthesis of

the bi;éT-(2-methy1-1,2-dihydroisoqu1noly127nitroa1kanes (2) from the alkaline
condensation of various nitroalkanes and isoquinoline methiodide (1),. Structure

assignments were based on infrared spectra and elemental analyses.

+ R-CHaNO,

20 R=H
E R=CH3
E R=CH2CH3

We should like to present the preliminary results of a reinvestigation of
this reaction. Employing a slight modification of the published procedure
(1,2), we prepared compounds with the same physical and chemical properties
as 2a and 2b. However, the NMR spectra (3) (Fig. 1) were inconsistent with
the original structural assignments. We have interpreted the NMR spectra in
terms of structure 3 on the basis of the following experiment and from
extensive spin-decoupling experiments (4). First order analysis of the coupling
constants was consistent with that predicted from Dreiding models (5).

Isoquinoline-1-d methiodide was prepared and condensed with nitromethane-

dz in methanol-d solution in the presence of sodium methoxide. On concen-
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Fig. 1: NMR Spectra of 10-substituted 8,17-dimethy1—8,17-diazadibenzo[c,j_7-

tetracyclo/ 7.3.1 .02:9 o7, 16_7tridecanes
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1407
tration of the reaction mixture and dilution of the dark solution with water,

a colorless crystalline material separated. Comparison of the NMR spectrum

of 3¢ with that of 34 indicated that signals originally at 4,71 § and 3.26 §
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were no longer present in the NMR spectrum of the deuterated compound. These
protons were asslghea to The i-position ot the 1Isoquindilfie Tragments. The
©Tner oulstTanding IeaToure 0 YNis SPeCIruw WAS The DOUDlIEY cenigred 3Y 3. B2 ')
(§—¢—N02). This indicated that nitromethane had condensed at the l-position

©3I ON)Y One 1SpPPRIANCIANe Iragmenl apd 1NOY 2T DOID AS SNEFLSIed DreyiIousdy ).

The formation of 3 has been rationalized as indicated in the scheme.
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The transformations involved find some precedent in the alkaloid field and
related areas (Cf. 6,7,8,9).

Further labeling experiments and an extension of this reaction are in
progress,
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