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Fig. S1. IRRAS data of a [Cu,(NH,-bdc),(dabco)] SURMOF grown on a MUD SAM.
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Fig. S2. XRD data for a [Cu,(NH,-bdc),(dabco)] MOF bulk (black), out-of-plane (red) and in-
plane (blue), grown on a MUD SAM.
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Scheme S1. Schematic representation of postsynthetic modification where a synthon is attached
to a MOF lattice, e.g. by using an amino-isocyanate coupling reaction.
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Fig. S3. Comparison of IRRAS from as-synthesized [Cu,(NH,-bdc),(dabco)] SURMOF (black),
prepared by the LPE method and Cu,(NH2-bdc),(dabco)] SURMOF modified with n-
butylisocyanate (red).
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Fig. S4 Comparison of IR data from an as-synthesized [Cu2(NH2-bdc)2(dabco)] SURMOF
(black) prepared by the LPE method and a [Cu2(NH2-bdc)2(dabco)] SURMOF modified with 4-
fluorophenylisothiocyanate (blue) and modified with 1-ferrocenylmethylisocyanate (red).
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Fig. S5. Comparison of XRD patterns from as-synthesized [Cu,(NH,-bdc).(dabco)] (black),
prepared by the Ibl method. Cu,(NH,-bdc),(dabco)] modified with n-butylisocynate (red).
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Fig. S6. XP spectra [Cu,(NH,-bdc),(dabco)] modified with 4-fluorophenyl-isothiocyanate (top)
and 1-ferrocenylmethylisocyanate (bottom).
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Fig. S7. Geometry of a [Cu,(NH,-bdc)(dabco)] MOF after covalently attaching three 4-
fluorophenyl-isothiocyanate -units (green) per pore, as obtained from MD-simulations. The grey
surface indicates the free space in the unit cell of the empty MOF before the PSM process.
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