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· · , : · ·: : . , : : :/ co.MPLETE SPECIFICATION 

· ;; , ·-Th~ ~iif~~e .. o{B~~[l,4]Epinones· .. _ 
We,. ::.f ... :HoF;p~~~!:;A).~.oCB::E ,,&: Co;, p~t in tlt~: 4,s.::Position, :R2 -~i p~sent and AKTniNG~ELLSCiiAF'.i;',' a Swiss J:ompany· of -~ a,Ill,t:J:q group in th_ .. e ortho-po,sitfon and Ra 124-184' ·Greniachel::Siriisse,:: BaSJ.e; ·"SWitiCJ- (when present) is_-a, 11itro group i.n the 7-posi'."' 

tion are claii;ned per se in the· specification of 35 
otir Letters Patent No. 1,000,507. ,., , 

: The valuable benzmazfl,;4]epiJ,lone piocl~ct,s 
of the piocess provi,ded. by;.J:he iriventiOri are 
~mpowids of the f ()l'J.nwa; ' . . · .· ····. · . ;, ;_ ;""• .• . . . . · .... ·_,' .. : 

.. ~· . - ..: : ._..:. .,_._ 

. ACC9rding. to the process, :th~ products 
aro~ai(:l ~':. ma11ufactured. by .. cixidizing . a 
b~diaz [1,4Jep~: ~pound. of.~ formula 

-. 

40 

(whereiri R1,' ~2, R3, R' and the.-.b~keii ·~ 
have the significinee given earlier) h{a sy8tem ' . 
having;~ o:x~t,lati011 ~al greai:eio.:tJiaµ:0.74 yolt. .. ' aricl);::whqe; required, eonv.efting: ;1t;e. ·:i;e­
~ting' b,e'~iaz[l,4]epinone 'int!>>~: .·.acid- 45 
8,d~:~bC~i~Jl,4J~pine s~i··,Illat~s .·, 
of'the:&econd:fonnwa hereinbefo~ are.claimed Mr' }e 'iii the'; .S.Pedfica~on ,of ouf copending 
Appncatio1( for'·Le:tierS" P~tellt Nq: . i.s94()/62 so 
(now serial rio{ 1;011,276) and· ri¥tYJ~~ pre­
pared .as: desCribed and clafrned. therein.:. One 
claSs 'Of preferle~fStartmg mat~s: ~omprl.ses 
t4ose.'.. benzdiaz[l,4]epines !ii. wltiC11 R2

· is 
~iihtj' ,absent::qr · is_'p~sent in tlie}W.tho-posi- SS tion." Wh~ R2

, i~ p~~t in· sai4 p'()sition: jt is , . 
pi#'.~1:>1y. a firiqrhie or Chlorine at<>in or the tiifJ:uorofuethyl group, Another cliiss ·of pre­
,~d ,,:StiiJ:'t:ing,, ~terialS: compri~es . those 
&iiz~@.{l;4J¢piri~s iii:which Ra iS-.present in fiO i:h,e }~~it.ion. and 'Js : a· fluorine, . Cbjopne or :·~ ... 
bro¢fue at<>Jn .. 01' .. the, nitro .·or trifh1<!ro~thyl gr()up .. );et anotl].e(class. of preferr.ecJ. st:arting 
~~s-~m-i~s.:~o~ ~~iaz[l~~]ep~~ 
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-- in which thelower-alkyl grop in the 1-position reactants in the oxidation medium ·and should 
(when present)Js the methyl group. Especially suitably be one at which the reactants are 
preferred starting materials are 7 - nitro - miscible in the oxidation medium; :As the 
5 - phenyl - 2,3 - dihydro - lH ;.. benzdiaz- oxidation medium, there can be usec:l -Water, 

5 _ [1,4].epine,. 7 - ch1oro - S - phenyl -- l - ketones, acids (both organic an£in.orgamc), 70-
inethyl - 2,3 - dihydro - lH - benzdiaz[l,4]- hydrocarbons or ethers; as well as ·µrlxtUres 
epine and 7 - trlfluoromethyl __ - _ 5 -- phenyl.-.;,. thereof. Suitably, ~ oxidatiO!t,'. medium 
2,3 - dihydro - lH - benzdiaz[l,4)epine. __ should not itself be easily oxidil&'.ble~; 'Ex-

In the process of the invention oxygen- is - -8mples of organic solvents which can serve as 
10 introduced into the 2-position of a benzdiaz- _ the oxidation medium are acetone- and aeetic 75 

·[1,4]epine molecule by means of a strong acid: It has· been found suitable when using 
.:o~diZing: agerit{thiit is;- one whiclt-give1Lrise acetone to conduct the o:xidation at room tem-
to a System. having an oxidatfon potential perature or a temperature up to the reflux 
greater than 0.74 volt. The oxidation is suit- temperature of acetone. However, when ~ing -

15 ably effected using an agent containing in acetic acid, it has been found most convenient . 8o 
combination with oxygen a metal at a valency.· to_ Conduct the oxidation at room temperature. 
higher than its principal v~lency. It is pre- or at a temperature below room temperature. 
ferred that the metal be vanadium, chromium, . Accordingly,· the most convenient temperature 
manganese. or lead. By principal- valency is (in teml$ _of obtaining the ~ yield- and 

20 _meant that valency of the metal in which the carrying out the oxidation: with greatest ease) 85 
meta1 ·has the largest number of stable com• will depend upon the medium chosen for any 
:pounds, that is, · ct>mpounds containing the specific: set of reactants. , 
metal at the principal valency tend to be m<>re _ T~e foll~g Examples are illus~tive of 
stable than compounds containing the same the -~r m which the_ Process 'may· be car-

25 nietal at a different valency. Thus, the prin- ~ied · into effect. In the$e Examples, the 90 
dpal valency for ·vanadium- and. chromium is chromic acid reag~t- used-was p.rodt1Ce(J _by 
3, whereas the principal valency for manganese diluting a solution of 26~72 g of chromium 
and lead is 2. Suitable oxidizing agents for trioxide in 23 ml of concentrated _ sulphuric 
carrying out the process are lead peroxide, acid with water to a volume' of_ 100 :ml [see 

30 vanadium pentoxide, cliromic acid and the DJ~RASSI et al., J.Org.Cheni~;19'56, 21~ 95 
permanganate ion. Preferred ··oxi4j2:ing agents 1547] ~- ·- · · · . · 
are those formed from chromium or manga- · · BxAMPLB 1. 
nese in combination with oxygen at their A solution of 1.0 g of 7 - nitro - 5 - phenyl -
higher valencies (for example; chromic acid or 2,3 - -dihydro - lH - benzdiaz[1,4Jepine in 

35 the permanganate ion); _Chromic acid is 250 ml of purified acetone was treated under iOO 
especially preferred, aild it will be understood an atmosphere of dry nitrogen with 0.936 ml 
that this tenn is used herein to include of chromic -acid reagent [the acetone was puri­
H2CrO, (that is, an aqueous solution of fied acc6rding to the method of DJERASSI 
chromium: trioxide) as well, as chromium tri- et al., J.Org.Chem., 1956, 21,1547]. The mix-

40 oxide dissolved in_ organic solvents (e.g.·- in ture was heated and allowed to reflux for 1 105 
acetic a~d or pyridine). _ - - -_ -- - · hour and then poured into 1.5 litres of cold 

The oxidizing agents:ref~ to earlier can water. The product was extracted into di­
either be added to ~ 8ohiti9n .c0ntairiing- thC chloro-methane and the extract was washed 
benzdiaz [ 1~4] epiiie -- starting- niatCri!ll , or: · the and concentrated. Recrystallization of the 

45 ~diaz[l,4-]epine starting materiat:·cari :be _residue from methanol gave a first crop of 110 
added to a s<ilution containing the oxidiZing prisms of unreacted starting material. A 
agent or the o~dizing agent can be formed -~ crop of prisms was treated with ether 
'in situ. The use of chromic acid formed in Situ and the ether-soluble -portion was -crystallized 
is especially preferred. This ·can be- eff~ctetI, to yield 7 - nitro - 5 - phenyl - 1,3 - dihydro:: -_----:-:-::--, .. _ 

50 for example; by the addition ofchromiuni tri- 2H- ~diilz[1,4]epin- 2 - one:me1tin,g-arH.§:.:._ 
oxide_ and an acid (for exarilple, sulphuric 224° 226°C · , - --- ' ..... _ 
acid)to the oxidation mixture._ - _ - · _ - - - . EXAMPLE 2~ _ --~ -·- .~:, -

_ In carrying. ol:!t the p~ss, the concentra- A solution of l.O g of 7 :. Ditro .,. 5 ~ _ _ .. , ;- , 
tion of. the reactants is not <;ritical, but the phenyl - 2,3 - dihydro - lH - beilzdiaz[l,4]-::0:,_·~-- ;-; -

. ~. 

55 oxidizing a:gent shoUld preferably be present . epine in 15 ml of glacial afetic acid., ~as..:·~"!'~ 
in a_ slight excess of the stoichiometric treated at room teinperature with .0.936 ml. of:""•;"."~:."'-"'-:_ • 
amount (that is, in excess of one stoichio- chromic acid reagent (p:repared in the sam~-- ~--=-- ' _ 
metric equivalent but less than two stoichio- manner _as the c~romate reagent usecl ,~ :f!":.:::--:?..;-:· ~ :·- · 
metric equivalents). The time 'tllken to effect ample 1) and Stirred f<?r O.S h01JI'.·:The':·~~~"%h _ 

60 the_-()xidation will vary with th~ specific re':'. tore-was_ then .poured mto 800 :ml.of.~ /­
~~nts ,clios~ (th~t is wi~ the specifi~ b¢nz'~ ~de ba$ic. witl?- amm~Um. hyd~~<l:C -a~ -
diaz[1;4]ep1ne bemg oxidized and w1th::the ~cted With dtchloro-methane.-The organic - -
Specific oxidizing agent being used). The tem- layers were then combined, waSiied; dried and 
perature at which the· oxidation is carried out filtered over neutral alumina (WOELM Grade 

65 is suitably determined by the solubility 9f l:lt~ I). Th~ ~lumina was eluted with- dkb1oro .. 130 



---· ---------------~~---------------------

.. 
·1p36,577 3 

~~~---~--~~~--+-~ 

methane and washed with methanot The sol- and the residual oil was dissolved in chloro­
vent was then removed !ind ·the ~esjd~e re- forin and filtered over neutral activated 
crystallized giving 7 - nitro - 5 --;. phenyl - alumina. Starting material was recovered from 
1,3 - dihydro - 2H - benzdiaz[l,4]epiti - 2 ,. the chloroform eluant and this solvent was 
one melting at 224°-226°C. · · · used until no more material was obtained 70 

. EXAMPLE 3. ·. from the alumina. By changing the solvent 
According to the procedure d¢scribed . in to methanol, 7 - nitro - 5 - phenyl - 1,3 -

Example 1 7 - chloro - S - pheil.yl ~ 2,3 :. . dihydro - 2H - benzdiaz[l,4]epin - 2 - one 
dihydro - lH - benzdiaz[l,4]epine :was re-' ~-was obtained; melting point=223°-225°C. 

10 ·acted with chrorrJum trioxide in dilute su1- It will be appreciated that the term ' lower- 75 
phuric acid and acetone. The r~aci;ion time alkyl ' is used in the foregoing description and 
was 3 hours and the product was 7:7 cl)loro - · in the accompanying claims to mean straight-
5 - phenyl - 1,3 - dihydro - 2lI :.·• benzdiaz- chain and branched-chain alk-yl groups con-
[ 1,4 Jepin - 2 - one melting at 216~7217°C taining not more than se:v~ carbon atoms (e.g. 

ExAMPLE 4. . ·.•. · ·• methyl, ethyl, propyl and zsopropyl). The term 80 
According to the procedure described in · 'halogen' includes fluorine, chlorine, bromine 

Example 2, 7 - nitro - S - phenyl:<-. 2,3 - and iodine. . 
dibydro - lH - benzdiaz[l,4]epjµe· was re- WHAT WE CLAIM IS:-
acted with chromium trioxide iii: · SUlphuric 1) A process for the manufacture of com-

20 acid and glacial acetic !lcid. The .reaction pounds of the formula 85 

25 

time was 18 hours. There was t®s· obtained 
7 - nitro - S - phenyl - 1,3 - dihydro - 2H -
benzdiaz[l,4Jepin - 2 - one melting at 224° . 
-226°C. · · 

EXAMPLE 5. . .. · .. _ 
According to the procedure describ¢· in Ex;. 

ample 2, 7 - tri:fluoromethyl :- s. ~ phenyl -
2,3 - dihydro - lH - benzdiaz[l,4]epine was 
reacted with chromium trioxide in srilphuric 

30 acid and glacial acetic add. The _reaction 
tiine was 0.5 hour. The product jvas 7 -
trifiuoromethyl - 5 - phenyl - 1,3 .,. :aihydro -
2H - benzdiaz[l,4]epin - 2 - one .ineXting at 
233°-235°C. · ··· · 

35 EXAMPLE 6 

wherein R1 and R' are lower-alkyl groups of 
which the former must be present when there 
is a single bond in the 4,5-position, R2 and R3 

· According to the procedure desCi,ibed in 
Example 1, 7 - chloro - l - . mtjhjl - 5 -
phenyl - 2,3 - dihydro - lH - benzdiµ[l,4]­
epine was reacted with chromiutn'.trioxide in 

are each a halogen atom or a nitro, lower-alkyl 90 

40 dilute sulphuric acid and acetone~: · The re.. 
action time was 3 how:S. There was-. th\ls olr 
tained 7 - chloro - 1 - methyl· - S: .;'.'p~enyl -
1,3 - dihydro - 2H - benzdiaz[l,4Jepin- 2 -
one melting at 130°-131°C. · .·. 

"5. EXAMPLE 7. . •·•· .. . 
According to the procedure described in Ex­

ample 1, 7 .. chloro - 1 - methyl - s --~-phenyl -
1,~,4,5 - tetraQydro - 2H - _ benzdiazU,4]• 
epme was reacted with chromium '-mo:Xide in 

· or trifluoromethyl group and the broken lines 
(subject to the proviso in respect of R1) denote 
optional bonds, and acid-addition salts thereof, 
which process compris~s oxidizing a benzdiaz­
[ 1,4 J epine compound of the formula 

50 · dilute sulphuric acid and acetone~ 'The r~ 
. ..- action time was 10 minutes. The· reaction was 

·: .. :-- conducte~ at room temperature. '.fh#re was 
thus obtamed 7 - chloro - · 1 .,. methyl - S -
phenyl - 1,3,4,S - tetrahydro - 2H ... benzdiaz-

55 [1,4Jepin - 2 - one melting at 144° :·.145oc. (wherein R1, R2, R3, R' llfid the broken lines 
EXAMPLE 8. . ·- . • have the significance giV-Cn earlier) in a sys-

'< A solution of 2.1 g of 7 - nitro - 2,3 - di- tem having an oxidation potential greater than 
hydro - lH - benzdiaz[1,4Jepine in a mixture 0.74 volt and, where ~Uired, converting the 

· __ of SO ml of pure acetone, O.~ ml' of pyridine'. resulting benzdiaz[1,4]epinone into an acid-
60· and 0.2 ml of water was heated :Wider refltix addition salt. · · 

while 5.0 g of potassium,permanganat"C·w~ 2) A process in acc0rdance with claim 1, 
.. added portionwise. The resulting mi#Qre ~~< wherein the benzdiaz[l,4Jepine starting 

heated under reft~ for 40. mizl,ptes, cooled and material used is one in ·which R2 (when pre­
filtered over a diatomaceous earth filter _ajd.:; sent) is in the ortho-position. 

65 Solvents were removed under reduced.pressure_:;.'_ 3) A process in acoordance with claim 2 
·.·' 
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1;3 "" di.hydro '- 2H ~ beriz4i~Jl,1Jepiri "' 2 -

~ .. ~·:·~~···.~·.··~ Example l. 7 ,- <:h.19r<:> ;.; Y::.. p~_enyl":;. 2,3 -
dihydro - _IR ·.,. :b~~ [1,4Jepine W~ ~-

10 ·aet:ed svith .chroniium ·trioxide" in 'dilute· sul­
.. phl:irk<a:cid anc;l a,~tone. The! reactiqn tji:ri~ 

.,. ~as. 3:·:borirs·_.:aµd···qie·p~~ct ~~~··1::·~ ··~loro -
s'·;. phenyl"" 1,3''..;·:d'iftir<h{> ~:m.:.. b~diaz;. 
[1,4]epin.;. 2"".'Qn'e· melting· at 2J6~.:+217°C. 

1' . . . : .. '.EXAMPLE.4 .· ' ' 

Acco~Ciini. )o · the procedi,µ-e · d.eiicribed in 
Example. 2/7. ..; rifr,ro - s ..;'· p1t~yl . ".'. 2,3 -
dihydro " lH ;..; ' benzdiaz [1;4] epine ·was re­
acted __ . =with chro.tnium trioxide iµ sulphuric 

20 atjd and · glacial acetic : !iclc:f. •.. The ' : reaction 
time w-a·s 18' Mi.its; There: was' th'Us 'obtained 
7.; ili~o·:;:, '5 ::'."phenyl - 1,3 .:.: 4.iltWrb:- 2H -
benzdfaz[1;4Jepm - 2 - one''mettiDg "at 224° 

25 
-226°C. · . . . ... , " 

·: · :. EXAMPi:.E 5.' 

3 

~~a~ the thlorofomi eluant ·an:a.=· this.:solvent'was 

r:~: .. t:1~1~~&!1:$ym;;ti~;~t~~~e: 10 

to irietliliil.ol; ·7 -~:.- niµ-o ..;"5 " phenyl _. 1;3 -
dihydro - .2l:J: ". .~nidi11z[l~4]epin,-: 2·- ~me 
wa8 · Qbi:aill;ecl:; µielti.ng :p0j~:;::2~3;~~225°C. .. 

a1~~t~'~tttK~~a.r!~~~;l14e;i~Jri~~4 '1' 
iri , the ·a=ccompanying :.e~bn_s· to. m.ea~. sq:aiglit• 
chain and, br~tj;i,¢d-ch,aiµ' :~lkyk ~oops con• 
taining: µot 'm9re 1:Jlari·• 11eve~r Ca.i,'.~()Ii' atoms ( e.g~ 
niethyl;'_etij.yl,:·pr~pyland f$t?propyl)~. The term 
' halogen' 'includes'_ fluorine,· chlotµi:e; bro:iniile 

·ao 
and, iodjn~. . . . , . . . . . 

WHAT· WE: CLAIM. IS':....;;..··. 
i) : A.' process {Q:r tlie manufacture of. com• 

pouiidS "of th~do#p~,t · · . · '. • · 85 

.-:_ :' -~i 
. : .· · .. i-·· 0. 

e N_:_,.;· 

~- r- .'.. >---R4 . .· ,---~N. . . . 
·'CJ~ . 

According to th~ proce(bjre:descri~ed in Ex­
ample ~; ·7 "' · µ-i11uorolil¢thyl ".' · 5 ·- phenyl -
2,3 - dihydro ·,;, 1H:.: bCnzdfaz[l,4]epine was 
reacted .. with chron:iium trioxide.::in sulphuric.· 

30 acid and gla(::fat:.·.a,~tic:: ~cict;'T~~: 'iea;ction '·' 
tim(! was '0,5. hour~ 'The_,:pic;duct 'was· 7 -
trifiu9,iyniethyl - S - phenyl ..: 1,3 ..:. dihydro - · · 
2H - :l?enzdiaz[l,4]epin - 2 - one melting at 

C;j/ .. '. 
35 

233°-2350C. 
EXAMPLE 6 

Ae<;<)rding to the procedure described in 
Example 1, 7 - chloro - 1 - methyl - 5 -
phenyl - 2,3 - dihydro - lH - benzdiaz[l,4]­
epine was reacted with chromium trioxide in 

40 dilute sulphuric acid and acetone. The re­
action time was 3 hours. There was thus ob­
tained T- chloro - 1 - methyl - S - phenyl -
1,3 - dihydro - 2H - benzdiazfl,4Jepin - 2 -
one melting at 130°-131°C. 

EXAMPLE 7. 
According to the procedure described in Ex­

ample!,, 7 - chloro - 1 - methyl - 5 - phenyl -
1,3,4,5 - tetral}ydro - 2H - benzdiaz[l,4]­
epine vvas reacted with chromium trioxide in 

50.:.- dilute· sulphuric acid and acetone. The r.e­
- · ·action time was 10 minutes. The reaction was 

':S, ,c9nducted '·at room temperature. There was 
.. - t111~s obtainC.d 7 - chloro ;.. 1 - methyl - 5 -

·,_ .' ;:., plt~y~·-' l,3,4,5 - tetrahydro - 2H - benzdiaz­
.,. ·ss·'.;[l,4]epin\- -2 - one melting at 144°-145oc. 
. >:<_· . . , ,, EXAMPLE 8. 
: ·.;: ,-' 9\ :solution of 2.1 g of 7 - nitro - 2,3 - di­

· .. /·hy<fro~"-lH.- benzdiaz[l,4]epine in a mixture 
·<~~O ml· of pure acetone, 0.2 ml of pyridine 
. ~aJ:l_cL..(}.7. 1111 of water was heated under reflux. 
· <.~ -~bile 5.0 g of potassium permanganate were 
~ded. ·portionwise. The resulting mixture was 

·. , . ~ted•1:$!er reflux for 40 minutes, cooled and 
.. < fjltett;d, ·:over a diatomaceous earth filter aid. 

·· :·e._:SolYentswere removed under reduced pressure 

. . ' -~ ·'' : : 

wherein R1 and R4 are lower-alkyl groups of 
which the former ~t(st be present when there 
is a single bond in the 4,5-position, R2 and R3 

are each a halogen atom or a ilitro, lower-alkyl 90 
or trifiuoromethyl group and the broken lines 
(subject to the proviso .in respect of R1) denote 
optional bonds, and acid-addition salts thereof, 
which. process comprises oxidiZing a benzdiaz-
[ 1,4] epine compound of the formula 

(wherein R1, R2
, R3

; ;~4 and the broken lines 
have the significanc;e. given earlier) in a sys­
tem having an oxidatfon potential greater than 
0.74 volt and, wha:(iequired, converting the 
resulting benzdiaz [1,4] epinone into an acid­
addition salt. 

2) A process in llcc()rdance with claim 1, 
wherein the benzdiaz[l,4Jepine starting 
material used is one hi· which R2 (when pre .. 
sent) is in the ortko-position. 

3) A process in accordarice with claim 2 
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.. . ... ... -
wherein R2 is present and is a- .fluorine or 
chlorine. atom or the triftuoromethyl group ... 
. 4) A process in aceordanc.e. ·With claim 1; 
wherein· the benzdiaz[l,4]epine starting 

5 material lised is one in _which. R3 is present in 
the 7-positioo and ·is a fluoiine, · cltlorine or 
bromine atom or the. riitro · o~ triftuoromethyl 
group. . . . . 

. S) A process in accordance. with claim 1, 
10 . wherein. the· benzdiaz[l,4]epine ·starting 

material . Ulled is . one in which ·.the 
· Jower-alkJl gi'oUp in· the 1.;.positlon. (whCQ pre-
sent) is the. Diethyl group;. . · · . ·· 

6) A :process in :accordance wi:th c;Iaim 1, 
.·IS wherein 7 - nitro - S - phenyl - 2,3 - dihydro -

lH - benzdiaz[l,4]epine is. used as the start­
ing material. 

7) A process in accon.Iance with ~ 1, 
wherein 7 - chloro .,. 5 - phenyl - l ..:. methyl -

20 2,3 - dihydro - 1H - benzdiaz[l,4]epine is 
used as the starting material. · 

8) A process in accordance with claim 1, 
wherein 7 - trifluoromethyl - 5 - phenyl -
2,3 - dihydro ..:. lH - benzdiaz[l,4]epine is 

25 used as the starting material. · 
9) A process in accordance with any one of 

the preceding claiµis; wherein . the oxidation is 
carried out using an ·oxidizing agent which 

contains in c~binatfon with oxygen a metal 
at :a ·valency higher than. its principal ~lency. 
· 10) A process in accordance with claim 9, 
whe.i'cln the metal is vanadium, chromium, 
manganese or lead. . . 

11) A process in accordance with claim 10, 
wherein chromic acid . as hereinbefore defined 35 
is the oxidizing agent used, . 

12) A process in accordance with claim 11, 
wherein the said chromic acid is formed m 
si~ .. - .. . . · .. ·· . . . . 
. 13) A process in accordance with claim 12, 40 
wherein the said chrOmic acid is f0rmed from 
chromium · trioxide · and sulphuiiC: _add. . · 

14) A process for the manufacture of the 
compow:ids of the first formula given in claim 
_1, arid acid addition salts tb.ere0f, substan- 4' 
tlally as described with reference t9 the Ex-
amples. .· ... ·.. .. . 

15) Compounds of the· f4'st· formula given 
in cla,im 1, and acid addition. salts thereof, 
when maquf~d by the process claimed in 50 
any one of. c:Wms 1 to 14 iru;l1isive. 
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