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i

MEMBRANE PROCESS AND SYSTEM FOR
NITROGEN PRODUCTION

BACKGROUIND OF THE INVENTION

1. Field of the Invention

The invention relates to the production of nitrogen.
More particularly, it relates 10 a membrane process and
system for the production of low cost, high purity nitro-
gen.

2., Description of the Prior Art

The production of high purity nitrogen has, for many

years, been carried out employing state of-the-art air
-separation technology based on cryogenic distillation
techniques. Because of the favorable economics of scale
up for such cryogenic distillation, large tonnage nitro-
gen users are supplied with nitrogen gas piped from a
cryogenic piant installed on the users’ site. Smaller
tonnage users, i.e., 2-30 tons/day or less, are typically
supplied with liquid nitrogen trucked to the users’ site
from a centrally located liquid nitrogen production
plant. The cost of liguefying nitrogen gas and of trans-
porting the liquid nitrogen from an off-site cryogenic
plant to the users’ site will be seen to add significantly to
the cost of the nitrogen as supplied to the user,

In recent years, therefore, a major challenge in the art
has been to develop small tonnage air separation plants
that can effectively produce low cost nitrogen gas at the

. users’ site. Recent developments relating to pressure
swing adsorption (PSA) and membrane technologies
have served to significantly lower the cost of on site
systems for the production of low purity, small tonnage
nitrogen. On the other hand, high purity nitrogen can-
not be economically produced by such PSA or mem-
brane systems becanse of practical limitations rendering
the power requirements and the cost of such systems
prohibitive,

There is a desire in the art for the development of
membrane or PSA systems and approaches capable of
reducing the cost of on-site, high purity nitrogen. One
approach that has been employed to reduce the cost of
said on-site, high purity nitrogen invoives the use of a
membrane or PSA system coupled with a trace oxygen
removal system for final purification of the nitrogen
product. In this approach, a membrane or PSA system
is used for initial air separation to produce nitrogen at
up to 3,000 ppm of oxygen, or higher, with a catalyst
system then being used to remove additional oxygen to
produce a purified nitrogen product streamn having a
residual oxygen content of 10 ppm or less. While this
approach enables high purity nitrogen to be produced
on site at a Jower cost than by membrane or PSA sys-
tems alone, the cost saving achicved thereby neverthe-
less represents only a marginal improvement over that
associated with the supply of liquid nitrogen by truck to
the users’ site. This is primarily due to the relatively
high cost of the hydrogen required to react with the
oxygen present in the partially purified nitrogen stream
for a removal thereof, This approach could be of more
practical commercial significance as compared to the
trucking of liquid nitrogen, however, if 8 low cost hy-
drogen supply source were available at the uscrs’ site.

There are presently a number of industrial applica-
tions, particularly in the petrochemical industry, which
require high punty nitrogen and that also have low cost
hydrogen available on site. Frequently, however, this
low cost, available hydrogen is impure and contains
various hydrocarbons. The use of such impure hydro-
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gen would be disadventageous with respect to the oper-
ation of a catalyst system for final nitrogen purification.
If such impure hydrogen could be purified at relatively
low cost, however, the resulting high punty hydrogen
cculd then be used in aa afficient and cecti - anner
in said catalyst system for final, on-site nitrogen punfi-
cation. '

The inherent simplicity of permeable membrane sys-
tems provides a strong incentive and desire in the art for
thie developmient of such systems and related processes
for the on-site production of high purity nitrogen.
Those skilled in the art will also appreciate that there
are particular overail processing operations for which
an on site PSA system is more appropriate than a mem-
brane system, despite the inherent simplicity, of mem-
brane systems. The desire in the alt for improved over-
all membrane and PSA systems for on-site, high purity
nitrogen production will thus be seen as invnlving, in
spproaches utilizing a catalyst system for final nitrogen
production, the development of means to effectively
utilize the low-cost, impure hydrogen frequently avail-
able at the users’ site in the production of high purity
nitrogen in a commercially feasible and efficient man-
ner.

It is an object of the invention, therefore, to provide

an improved system and process for the production of
on-site, high purity nitrogen.

It is another object of the invention to provid= an
improved overall system and process utilizing mem-
brane or PSA systems for such on-site, high purty
nitrogen production. '

It is a further object of the invention to provide an
overall system and process for the production of on site,
high purity nitrogea by the utilization of membrane or
PSA systems and of aveilable low cost, impure hydro-
gen available on site.

With these and other objects in mind, the invention is
hereinafter described in detail, the novel features
thereof being particularly pointed out in the appended
claims.

SUMMARY OF THE INVENTION

Partially purified nitrogen recovered from an on site
membrane or PSA system is passed to a catalyst or
combustion system for final purification by reaction of
the oxygen content thereof with a purified hydrogen
stream. A separate membrane or PSA system is used to
recover such a purified hydrogen stream from low cost,
impure hydrogen available at the users’ site. The use of
three scparate systems and processes in such an inte-
grated manner enables the cost of producing high purity
nitrogen to be significantly reduced, and the feasibility
of producing on-site, high purity nitrogen to be appre-
ciably enhanced.

BRIEF DESCRIPTION OF THE INVENTION

The invention is hereinafter further described in de-
tail with reference to the accompanying single figure
schematic diagram of an embodiment of the advanta-
geous three component system of the invention.

DETAILED DESCRIPTION OF THE
INVENTION

The objects of the invention are accomplished by the
use of three systems and processing operations, in a
unique combination, to produce high purity nitrogen.
Such systems and processing enable the well s ecognized
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3
and desired advantages of membrane or PSA technolo-
gies to be utilized, as appropriate, while also effectively
employing sources of low cost, impure hydrogen avail-

able at the users’ site, in the high purity nitrogen pro--

duction operation.

The membrane, PSA and catalytic combustion sys-
tems and processes employed in the practice of the
invention will be understood to constitute, individually,
well known, commercially available technologies. By
the unique combination of these technologies as herein
disclosed and claimed, a low cost, impure hydrogen
stream available at users’ site can be used to facilitate
the convenient on-site production of high purity nitro-
gen as desired in the art as a practical commercial alter-
native to the use of liquid nitrogen trucked to a users’
site from a centrally located liquid nitrogen plant for
relatively smaller tonnage use at said site. It will be
appreciated that the mecmbrane systems referred to
hersin can be used for both the initial air separation
operation to produce a low cost, low purity nitrogen
stream and for the purification of the low cost, impure
hydrogen stream available at users’ site for subsequent
use in the final nitrogen purification operation. Alterna-
tively, PSA systems can be used for both of these opera-
tions. It is also within the scope of the invention to
employ a membrane system for one of the operations
and a PSA system for the other, depending on the tech-
nical and economic requirements of a given application
and of the overall capabilities of the available membrane
and PSA systems with respect to such requirements. A
catalyst system with hydrogen addition will also be
employed in various embodiments of the invention for
final nitrogen purification. While the particular system
and process employed in any particular high purity
nitrogen production operation will depend upon the
conditions and requirements of said operation, it i3 gen-
erally preferred to employ a membrane system for ini-
tial air separation, in combination with a catalytic com-
bustion unit for final nitrogen purification with hydro-
gen that has beer purified in a membrane system.

Those skilled in the art will appreciate that membrane
systems are capable of selectively permeating a more
readily permeable component of a feed gas mixture
containing said component and a less readily adsorbable
component. Any desired type of membrane, such as
composite membranes, asymmetric membranes or any
other form of membrane configuration, can be em-
ployed in the practice of the invention. Such mem-
branes suitable for the air separation purposes of the
invention generally comprise separation materials capa-
ble of selectively permeating oxygen as the more
readily permeable component of air, with nitrogen as
the less readily permeable component being recovered
as a nitrogenrich non-permeate gas. It is also within the
scope of the invention, however, to employ a membrane
system for initial nitrogen separation from air in which
nitrogen is the more readily permeable component, an
oxygen rich gas stream is removed, and a nitrogen rich
gas stream. is recovered as the permeate gss. In the
membrane system used in various embodiments of the
invention for purifying impure sources of hydrogen
available at the users' site, the purified hydrogen will
commonly be recovered as permeate gas. Membrane
systems capable of recovering hydrogen as a purified
non permeate gas stream could also be employed if such
systems were capable of achieving the desirable level of

purification of impure hydrogen streams for purposes of
the invention,
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As noted above, PSA systems may be desiradle for
use in the air separalion and/or in the purification of
impure hydrogen steps of the invention, depending
upon the particular requirements and operating condi-
ticns pertaining 0 2 given high opurity nitrogen produc-
tion application. Those skilled in the art wiii appreciac
that such PSA systems contain one or more beds of
adsorbent material capable of selectively adsorbing a
more readily adsorbable component of a feed gas mix-
ture containing said component and a less readily ad-
sorbable component. It will be understood that such
PSA systems employ various processing cycles in
which each bed, in sequence, generally undergoes an
adsorption desorption cycle in which the less readily
adsorbable component is withdrawn from the bed dur-
ing introduction of the feed gas mixtire to the bed at
upper adsorption pressure levels and in which the more
readily adsorbable component is withdrawn from the
bed during bed:regeneration at lpwer desorption pres-
sure. While PSA systems empioyed for air separation to
recover nitrogen as the desired product generally em-
ploy adsorbent beds capable of selectively adsorbing
oxygen as the more readily adsorbable component of
air, it is also within the scope of the invention to employ
PSA systems in which nitrogen is selectively adsorbed
as the more readily adsorbable component. While PSA
systems are known to generally involve a number of
individual steps in the processing cycle carnied out in
each bed, the details of the PSA processing cycle em-
ployed in particular embodiments, ¢.g. pressure equal-
ization, purge and repressurization steps, do not reach
to the heart of the invention and need not.be described
in detail herein,

The catalytic combustion system and process em-
ployed in the practice of the embodiments of the inven-
tion, commonly known in the art as “deoxo” unils,
likewise comprises well known, established technology
for further reducing the oxygen level of the partially
purified nitrogen stream obtained by air separation in a
membrane or PSA system. The deoxo unit typically
employs a noble metal catalyst, such as a piatinum or a
platinum-palladium catalyst supported on an alumina
substrate. The catalytic combustion system can COm-
prise one or more catalytic bedsg in which the oxygen
content of the partially purified nitrogen stream pro-
duced by air separation in a suitable membrane or PSA
system is reacted with hydrogen or a f{uel gas such as
methane, that has been purified as herein provided,
from a low cost, impure stream available at a petroleum
refinery or other appropriate users site. The catalytic
combustion nitrogen purification operation can thus be
carried out in one or more catalytic stages employing a
suitable, commercially available catalyst, capable of
facilitating the removal of oxygen from the nitrogen
stream being purified, down to a desired low level of
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residual oxygen content. It will be understood by those -

skilled in the art that such catalytic combustion systems
are generally needed when purified hydrogen is em-
ployed as a reactant.

From the above, it will be understood that various
commercially available purification systems readily
available in the art, and related processing features, can
be employed for the three separate purification systems
and processes advantageously combined as herein de-
scribed and claimed for the production of high purity
nitrogen. In general, however, the preferred embodi-
ment of the invention comprises the use of a membrane
system for initial air separation purposes, togeiher with



a deoxo catalyst unit for final nitrogen punfication, said
deoxo unit being supplied with hydrogen for reaction
with oxygen presefii in the partially puniied nitrogen
stream obtrined from said air separation, the reactant
hydrogen nlso having been pucified in a membrane
systetn.

In the preferred embodiments in which membranes

are employed for the initial air separation operation, the’

oxygen content of the partially purified nitrogen stream
will typically range from a lower level of about 1,000
ppm up to about 50,000 ppm, typically 10,000-30,000
ppm. The high purity nitrogen stream produced in the
practice of the invention will typically have a residual
oxvgen content of less than about 5,000 ppm. with said
residual oxygen content being less than about 1,000 ppm
in particular embodiments of the invention. The puri-
fied hydrogen resctant employed in the final purifica-
tion operation, and the impure reactant from which said
purified reactant is derived, can very in initial and final
purity levels depending on the requirements of a given
application. Reactant hydrogen will typically be puri-
fied to about 95*% hydrogen from any lower purity
stream generally available at the users’ site. The actual
hydrogen purity limits employed in a particular appli-
cation will generally vary depending on the users’ {inal
nitrogen product purity requirements. Those skilled in
the art will appreciate that the invention can be advan-
tageously employed with respect to high purity nitro-
gen production units of any size depending upon the
various technical and economic factors pertaining to a
given application, but that the invention will be par-
ticularly attractive, from an eccnomic view point, for
high purity nitrogen productica units in the
5,000-50,000 cubic feet per hour range. The invention
will be understood to be particularly vaiuable in refin.
ery or other petrochemical facilities in which a ready
source of low cost hydrogen is readily available and
can be advantageously employed as a reactant in the
final purification operation for the production of high
purity nitrogen at an economically attractive cost. The
practice of the convenient reactant purification oper-
ation, as herein described and .claimed, enables such
desired use of available low cost, impure hydrogen to
be accomplished in a practical, commercially feasible
manner.

With reference to the drawing, feed air will be seen as
passing through line 1 to a membrane or PSA on-site
system 2 in which nitrogen is separated from oxygen
and is recovered in line 3 ns a partially purified nitrogen
stream. An oxygen rich stream separated from said
nitrogen, e.g. as the permeate stream of a typical mem-
brane system, is discharged through line 4 as'a waste
stream of the subject nitrogen production process, said
waste stream being discarded or used for some other
desired purpose. The partially purified nitrogen stream
passes from line 3 into a suitable catalytic combustion
system 5 from which high purity nitrogen product is
received in line 6. Waste water formed upon-reaction of
the reactant hydrogen or methane with oxygen present
in the partially purified nitrogen stream can be re-
moved, if desired, through line 7. Said hydrogen reac-
tant is passed to catalyst or combustion system 5
through line 8 from membrane or PSA separation sys-
tem 9 which is used to purify low cost, impure hydro-
gen or methane available at the users' facility and passed
10 said separation system 9 through line 10. Waste gas
from said separation system 9, i.c. typically non perme-
ate gas, is passed from the system through line 11 for
discharge or use in a desired manner. It should be noted
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that sepuration system 9 can also comprise i Cryogenic
hydrogen purification or upgrading unit. 9

The generzlly preferred use of a membrane system
for initial air scparation is based on the inherent simplic-
itv of membrans systems as compared to the necessary
valving and compressor use necessarily associated with
PSA systems. Whilc membranes are highly desirable for
gas separations to produce refatively low purity prod-
ucts, ¢.g. nitrogen with 1% or greater oxygen content,
the. production of high purity products by the mem-
brane system approach generally requires a high power
consumption, and a relatively large amount of available
membrane surface, which tend to make membrane sys-
tems alone uneconomic for such high purity applica-
tions.

For applications requiring higher purity products,
e.g. lower oxygen impurity levels, the combining of a
membrane system with a catalytic combustion system,
not heretofore feasible from a practical view point, has
been rendered desirable and advantageous when carried
out in accordance with the invention. As noted above,
nitrogen with a 1*% oxygen content from a membrane
system for air separation can be passed to a catalyst
system to which high purity. hydrogen is addad as a
reactant that reacts with the oxygen present in the nitro-
gen stream to form water. The water, if required, is
conveniently removed from the purified nitrogen
stream.

Any impurities present in the hydrogen reactant
stream, it not reacted in the catalyst system, will, of
course, end up in the final nitrogen product stream. If
the hydrogen reactant stream contains such impurities,
in relatively large amounts; such impurities can have an
adverse effect on the catalyst system, as well as resuit-
ing in the presence of an unacceptable level of impuri-
ties in the nitrogen product. It is for such reasons that it
is desirable to use relatively high purity hydrogen, i.e.
95+*9, in the catalyst system.

It will be appreciated that the high purity hydrogen
supply represents a significant cost factor in the overall
cost of high purity nitrogen production. The catalyst
system and the hydrogen supply typically add about
50% to the cost of low purity nitrogen for the produc-
tion of such high purity nitrogen product. T pically,
60-70% of this 50% increase is associated with the cost
of high purity hydrogen reactant. In various refineties
and other industrial facilities, impure hydrogen is avail-
able at very low cost. If this low cost, impure hydrogen
is used, in accordance with the practice of the inven-
tion, as the reactant for the catalyst system, a significant
reduction in the overall cost of high purity nitrogen can
be realized.

In one embodiment of the invention, air is initially
separated in an on site membranc system to produce a
partiaily purified nitrogen stream having about 30,000
ppm oxygen. This relatively low purity nitrogen stream
is passed to a deoxo catalyst system for reduction of the
oxygen content thereof to less than 10 ppm by reaction
with purified hydrogen therein. The purified hydrogen
is obtained from a source of 77 purity hydrogen avail-
able at the users’ site, said impure hydrogen being puri-
fied to 989 in a membrane system before being injected
into the catalyst unit, the overall combination of sys-
tems being as illustrated in the drawing. By the produc-
tion of high purity nitrogen in this manner, using avail-
able low cost, impure hydrogen for the final nitrogen
purification rcaction, the incremental cost of producing
high purity nitrogen over the initial cost of producing
low purity nitrogen is reduced from about a 50% in-
crease when high cost, high purity hydrogen is em-
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ployed in the final pusification step to about a 20%
incresse when low purity hydrogen available at the
users’ site is purified conveniently and economicaily in
a membrane system in the practice of the invention. As
a 1esull of ihis advaniageous tenefil of producing hign
purity nitrogen in accordance with the practice of the
invention, the overatl cost of producing high purity
nitrogen can be reduced by about 25%. This apprecia-
ble reduction in cost enables relatively small tonnage air
separation plants to be commercially feasible and an
attractive alternative to the transportation of liquid

nitrogen from a liquid nitrogen plant at an off site re-

gional location to the users’ site.

10

Those skilled in the art will appreciate that various.
changes and modifications can be made in the details of 15

the invention without departing from the scope of the
invention as set forth in the appended claims. Thus, the
permeable membranes employed in the practice of the
invention will commonly be employed in membrane
assemblies typically positioned within enclosures to
form a membrane module comprising the principal ele-
ment of a membrane system. As understood with refer-
ence 10 the invention, a membrane system comprises a
membrane moduie or a number of such modules, ar-
ranged for either parallel or series operation. The mem-
brane modules can be constructed in convenient hollow
fiber form, or in spiral wound, pleated flat sheet mem-
brane assembilies, or in any other desired configuration.
Membrane modules are contracted to have a feed air
surface side and an cpposite permeate gas exit side. For
holiow fiber membranes, the feed air can be added ei-
ther to the bore side or to the other surface side of the
hollow fibers.

It will also be appreciated that the membrane materia
employed for the air separation membrane and for the
hydrogen purification membrane can be any suitable
material capable of selectively permeating a more
readily permeable component of the feed gas, i.e. air or
impure hydrogen. Celizlose derivatives, such as cellu-
lose acetate, cellulose acetate butyrate and the like;
polyamides and polyimides, including aryl polyamides
and aryl polyimides; polysulfones; polystyrenes and the
like, are representative of such materials. Composite
mernbranes, such as ethyl celluiose on a polysulfone
substrate, are convenient for many air separation and
other applications as the material of the separation
layer, which determines the separation characteristics
of the composite, can be tailored to the particular per-
formance requirements and operating conditions of a
given application.

The PSA systemns employed in the practice of the
invention will typically comprise a number of adsorbent
beds operated in accordance with processing cycles
adaptad to the number of beds actually employed, the
applicable operating conditions and the desired perfor-
mance requirements of a given application. The adsor-
bent material employed in each bed can be any suitable
adsorbent material capable of selectively adsorbing a
more readily adsorbable component of the feed air or
impure hydrogen, while enabling the less readily ad-
sorbabie component of said feed gas to be withdrawn
from the bed. Zeolite molecular sieve materials, such as
S5A and 13X materal, are convenient adsorbent bed
materials for the selective adsorption of impurities from
an impure hydrogen stream and for the sclective ad-
sorption of nitrogen from feed air. Carbon molecular
sieves, on the other hand, function in accordance with a
different adsorption mechanism and, when used in air
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scparation applications, result in the selective adsorp-
tion of oxygen as the more readily adsorbabic compo-
nent, with nitrogen being recovered as the less readily
adsorbable component of feed air.

"{ hose skilied in the art will appreciate that any weun
known, commercially available deoxo catalyst can be
used in the final nitrogen purification operation. As
with membrane and PSA systems, one or more catalyst
stages can be employed in achieving the desired reac-
tion of oxygen present in the nitrogen stream being
purified with hydrogen. As the reaction is exothermic in
nature, suitable heat exchange means may be. conve-
niently employed for efficient heat utilization in the
reaction operation which generaily occurs at a reaction
temperature on the order of about 500° C.

The invention has been described herein with respect
to on site facilities. For purposes of the invention, such
on site facilities are typically deemed to denote the
unique combination of separation and reaction systems
as herein disclosed and claimed located at a convenient
location on users’ site where high purity nitrogen is
desired. The users’ site should not be construed, how-
ever, as narrowly defining the property limits of a par-
ticular users' site. To the contrary, it is withia the scope
of the invention to position said.oa-site membrane, PSA
or reaction systems over-the-fence or at some other
convenient location in proximity to, but not on, the
premises referred to in another context as the users’ site.
Any such convenient location is deemed to constitute
on-site operation for purposes of the invention, as con-
trasted to a geographically regional liquid nitrogen
plant that may be located at a convenient location for
the region but many miles from the users’ site, which is
supplied with liquid nitrogen by truck from said re-
gional location.

In light of the increasing need at refineries and other
industrial locations for high purity nitrogen, as for blan-
keting, inerting or purging operations in which a low
oxygen content is necessary or desirable for safety or
product quality purposes, the invention provides a
highly desirable process and system for satisfying such
needs by convenient on-site capability at an economi-
cally feasible cost. The invention thus provides a signifi-
cant advance in the art, one that further enlarges the
ever-growing scope of application for. the convenient
and highly convenient and highly practical membrans
technology and also, in particular applications, for the
use of pressure swing adsorption technology in satisfy-
ing an important commercial need. The flexibility of the
invention in satisfying the requirements of a given appii-
cation by the convenient application of niembrane sys-
tems, PSA systems, or a combination thereof, further
enhances the importance of the invention is satisfying
an important commercial need in a highly desirable
manner tailored to the particular requirements of each
specific application. : : :

I claim:

1. An on-site system for the production of high purity
nitrogen gas {rom air comprising:

(a) a first membrane or pressure swing adsorption
separation system capable of separating air into a
partially purified nitrogen stream containing resid-
ual oxygen and an oxygen rich discharge stream;

(b) means for supplying feed air to said first mem-
brane or pressure swing adsorption separation sys-
tem for separation therein;

(c) a second membrane, pressure swing adsorption of
cryogenic scparation system capable of separating
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relatively pure hydrogen from an impure hydrogen
stream containing a relatively high level of impuri-
tics, s0 as to produce a purified hydrogen stream
having a desirably low level of said impurities;

(3) waiams for suppiviay imoere hydrogen feed goo
availabie on-site to said second membrane, pressure
swing adsorption or cryogenic separation system
for purification therein;

(e) a catalytic combustion system adapted for the
reaction of said purified hydrogen stream with
residual oxygen present in the partially purified
nitrogen stream;

(f) means for passing the partially purified nitrogen
and purified hydrogeo from said first and second
separation systems to said catalytic combustion
system; and

(g) means for recovering a high purity nitrogen gas
stream from said catalytic combustion system, said
high purity nitrogen having a desirably low resid-
uai oxygen content,

whereby high purity nitrogen can advanmgcously be
produced on-site by the convenient purification of low
cost, impure hydrogen available on-site and the eco-
nomical use thereof in the final purifi canon of the par-
tially purified nitrogen stream.

2. The system of claim 1 in which said first separation
system comprises 2 membrane system,

3. The system of claim 1 in which said second separa-
tion system comprises a membrane system.

4. The system of claim 1 in which both the first and
second separation systems comprisé membrane systems.

5. The system of claim 1 in which said first separation
system comprises a membrane system and said second
separation system comprises a Cryogenic sysiem.

6. The system of claim 1 in which said first separation
systern comprises a pressure swing adsorption system
and said second separation system comprises a cryo-
genic system.

7. The system of claim 1 in which said first separation
system comprises a pressure swing adsorption system.

8. The system of claim 1 in which said second separa-
tion system comprises a pressure swing adsorption sys-
tem.

9. The system of claim 1 in which said first and sec-
ond separation systems comprise pressure swing ad-
sorption systems. '

10. A process for the on site production of high purity
nitrogen gas from air comprising:

(a) passing feed air to a {irst membrane or pressure

swing adsorption separation system for separation
therein;
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(b) withdrawing a cartially purified nitroger: stream
containing residual oxygen and an oxygen-rich
discharge stream from said first separation system;

{c) paas.mg impure hydrogen available on-site to a
s2ccud wmembedne, ProSsUre seiog 330000 2
cryogenic separation system for punﬁcauon
therein;

(d) reacting said purified hydrogen with residual
oxygen present in said partially purified nitrogen
stream in a catalytic combustic.a system;

(e) recovering a high purity nitrogen gas stream from
said catalytic combustion system, said high purity
nitrogen having a desirably low residual oxygen
content,

whereby high purity nitrogen can advantageously be
produced on-site by the convenient purification of low
cost, impure hydrogen available on-site and the eco-
nomical use thereof in the final purification of the par-
tially purified nitrogen.

11. The process of claim 10 in which said first separa-

tion system comprises a membrane system.

12, The process of iclaim 10 in which said second

separation system comprises 2 membrane system.

13. The process of claim 10 in which said ‘irst and

second separation systems comprise membrane systems.

14. The process of claim 10 in which said first separa-

* tion system comprises a membrane system and said
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second separation system comprises a cryogcmc sys-
tem.

15. The process of claim 10 in which said first separa-
tion system comprises a pressure swing adsorption sys-
tem and said second separation system comprises a
CTYOgenic system.

16. The process of claim 10 in which said first separa-
tion system comprises a pressure swing adsorption sys-
m_ .

17. The process of claim 10 in which said second -
separation system comprises a pressure swing adsorp-
tion system.

18. The process of claim 1€ in which said first and
second separation systems comprise pressure swing
adsorption systems.

19. The process of claim 18 in which the partially
purified nitrogen stream has an oxygen content of about
1,000 ppm to about 50,000 ppm.

20. The process of claim 19 in which said oxygen
content is from about 10,000 ppm to about 30,000 ppm.

21. The process of claim 10 in which said high purity
nitrogen stream has a residual oxygen content of less
than about 5,000 ppm.

22. The process of claim 21 in which said residual
oxygen content is less than about 1,000 ppm.
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